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4. Statement of the Problem Studied

This project is concerned with theoretical and experimental studies of the scattering of
light from and its transmission through randomly rough surfaces. The problems studied
include the design of one-dimensional random surfaces that transmit light in a specified
fashion; the scattering of light from the random surface of an amplifying (gain) medium
multiple-scattering effects in the second harmonic generation of light in reflection from a
clean random metal surface and in transmission through arough metal filmin the
Kretschmann attenuated total reflection geometry; the theoretical study of the wavelength
dependence of the reflectivity and total scattered energy when p-polarized light is
scattered from arough dielectric film deposited on a metallic substrate; the development
of anew perturbation theory of rough surface scattering in which the small parameter is
the dielectric contrast between the medium of incidence and the scattering medium; and
the investigation of spectral changes (Wolf shifts) obtained from areal image of a point
source.



PROJECT DESCRIPTION

5. Scientific Progress and Accomplishments

(*The numbers in brackets refer to the list of papers published under ARO sponsorship
during this reporting period)

A. Designer Surfaces

Optical devices that give rise to a scattered intensity that is proportional to the cosine of
the scattering angle are frequently used in the optical industry, e.g. for calibrating scat-
terometers. Such diffusers have the property that their radiance or luminance is the same
in all scattering directions. Due to this angular dependence such devices are often referred
to as Lambertian diffusers. In the visible region of the optical spectrum volume disordered
media, e.g. compacted powdered barium sulfate and freshly smoked magnesium oxide, are
used as Lambertian diffusers. However, this type of diffuser is inapplicable in the infrared
region due to its strong absorption and the presence of a specular component in the scattered
light, in this frequency range. The design of a random surface that acts as a Lambertian
diffuser, especially in the infrared region of the optical spectrum, is therefore a desirable
goal. In a recent paper [1] a method was described for designing a one-dimensional, random
surface that acts as a Lambertian diffuser. The method was tested using rigorous computer
simulations, and was shown to yield the desired scattering pattern.

In a subsequent paper [2] a method for designing a two-dimensional random surface that
acts as a Lambertian diffuser was described. The idea underlying the approach used in this
work was that if it is desired to have a circularly symmetric distribution of the intensity
of light scattered from a two-dimensional random surface when it is illuminated at normal
incidence, the surface itself should be circularly symmetric. Thus, a general approach to the
design of a two-dimensional random surface that has circular symmetry was presented in
this work. A method of fabricating such surfaces on photoresist was described. A longer,
more detailed presentation of this work was presented in Ref. [3].

An improved method for designing one-dimensional random surfaces that scatter light
with a specified angular dependence of the intensity of the scattered light was presented inn
Ref. [4]. A method for fabricating such surfaces on photoresist was described. A longer,
more detailed presentation of this method was presented in Ref. [5].

The phenomenon of enhanced backscattering in the scattering of light from a randomly
rough surface is the presence of a well-defined peak in the retroreflection direction in the
angular dependence of the intensity of the light scattered diffusely from the surface. A
striking feature of this phenomenon is that it occurs for any angle of incidence. Suppose,
however, that one would like to have a random surface that displays enhanced backscattering
for only a single, specified, angle of incidence. Such a surface could be useful, for example,
in situations where one wishes to position a source (and hence the detector) at a specified



direction with respect to the site at which the scattering surface is located. In [6] it was
shown how a one-dimensional random surface can be generated that produces an enhanced
backscattering peak for only one specified angle of incidence when illuminated by p-polarized
light whose plane of incidence is perpendicular to the generators of the surface. Numerical
calculations confirmed this angular dependence of the intensity of the light scattered diffusely
from this surface.

In a recent paper [7] a method was proposed for designing two-dimensional random
surfaces that scatter light uniformly within a rectangular region and produce no scattering
outside that region. The method was first tested by means of computer simulations. Then
a procedure for fabricating such surfaces on photoresist was described, and light scattering
measurements with the fabricated samples were presented. The results validated the design
procedure, and showed that the fabrication method is feasible.

B. Band-Limited Diffusers in Transmission

The transmission of light through a structure consisting of vacuum in the region x3 >
((x1), a dielectric film characterized by a real, positive, dielectric constant € in the region
—D < 7 < ((x1), and vacuum in the region z3 < —D was studied theoretically [8]. The
surface profile function ((x;) was assumed to be a single-valued function of z;, that is
differentiable, and constitutes a random process. This structure was illuminated from the
region x3 > ((x1) by s-polarized light whose plane of incidence was the zjzs-plane. By
the use of the geometrical optics limit of phase perturbation theory it was shown how to
design the surface profile function (z1) in such a way that the mean differential transmission
coefficient has a prescribed form within a specified range of the angle of transmission, and
vanishes outside this range. In particular, the case in which the transmitted intensity was
a constant within a specified range of the angle of transmission , and vanished outside it,
was considered. Rigorous numerical simulation calculations showed that the transmitted
intensity indeed had this property.

In a subsequent paper [9] the same problem was studied for a more general system
consisting of a dielectric medium characterized by a dielectric constant €; in the region x3 >
H, a second dielectric medium characterized by a dielectric constant € in the region ((x1) <
x3 < H, and vacuum in the region x3 < ((z1). This structure was illuminated from the
region x3 > H by s-polarized light whose plane of incidence was the x;z3-plane. The surface
profile function ((x;) was designed in such a way that the mean differential transmission
coefficient had a specified form as a function of the angle of transmission. The particular
case where the incident light was incident normally on this structure, and the intensity of
the transmitted light was a constant within a specified range of the angle of transmission
and vanished outside this range, was considered. Rigorous numerical simulations showed
that the scattered light also had a constant intensity within a certain (different) range of the
scattering angle and vanished outside this range.



C. Angular Intensity Correlation Functions

An experimental study was carried out of the angular intensity correlation function of far-field
speckle patterns scattered in the double passage of waves through a one-dimensional random
phase screen [10]. The theoretical analysis of the symmetry of speckle patterns around the
backscattering direction, and the motion of the speckles as the source was moved, carried
out by Escamilla et al. [Appl. Opt. 32, 2734 (1993)], were verified.

In two recent theoretical studies (B. Shapiro, Phys. Rev. Lett. 83, 4733 (1999), S. E.
Skipetrov and R. Maynard, Phys. Rev. B62, 836 (2000)) of angular intensity correlation
functions of light scattered from volume-disordered systems, a new contribution, in addition
to the known C, C(10) C15) @ and C® correlations, was predicted. This new long-
range correlation function was labeled the Cy correlation function and, in contrast with the
ch, ¢t ¢l and C® correlation functions, is non-universal: its value depends
on the specific type of disorder in the random medium. It describes the correlation in the
immediate vicinity of the source and/or of the detector, and provides information on the
details of the disorder in these regions. In [11] the contribution Cy to the normalized angular
intensity correlation function for the scattering of p- and s-polarized light from the weakly
rough one-dimensional random interface between a medium characterized by a dielectric
constant €y (the medium of incidence) and a medium characterized by a dielectric constant
¢ (the scattering medium) was determined. It was shown that the Cy contribution comes
from the correlations of the elastic initial or final single-scattering processes, and can be the
leading contribution to the long-range correlation function C. Experimental conditions
under which the C™M and C19 correlation functions vanish, and Cy is much larger than the
C15) C® and C® correlations, were indicated. Under these conditions Cy is the dominant
contribution to the normalized angular intensity correlation functions. These conditions
should serve as a guide to experimentalists seeking to observe this new correlation function.

In subsequent theoretical work [12] two computer simulation studies of the speckle cor-
relations in the light scattered from a volume disordered dielectric medium consisting of a
random array of dielectric spheres were carried out. In both studies, light was treated in the
scalar wave approximation, and the wavelength of the light was assumed to be much greater
than the radius of the spheres. In one study the scattering medium was formed by placing
the spheres randomly in space. The spheres occupied space uniformly under the provision
that no two spheres overlap. In the second study the scattering medium was formed by
placing the spheres randomly on the vertices of a simple cubic lattice, so that a fixed frac-
tion of the vertices was occupied by the spheres. The lattice constant of the simple cubic
lattice was taken to be of the order of magnitude of the wavelength of light in vacuum. In
both studies the volume filling fraction was the same and the region outside the spheres was
vacuum. The equation for the wave field was solved numerically to determine the scattered
field, and the result was used to calculate the angular intensity correlation function. Par-
ticular attention was paid to regions of angles of incidence and scattering angles in which
either the C™M or C(19 contributions dominate the correlation function. In the case where
the dielectric spheres were placed randomly on the sites of a simple cubic lattice, so that the
resulting system was periodic on average rather than uniform, structure was observed in the



C™ and C19 contributions that was caused by scattering processes involving one or more
Bragg reflections.

The statistical properties of the scattering matrix S(q|k) were studied in the scattering
of light of frequency w from a randomly rough one-dimensional surface whose surface profile
function constituted a zero-mean, stationary, Gaussian random process [13]. This was done
by studying the effects of S(¢|k) on the angular intensity correlation function C(q, k|¢/, k')
= (I(q|k)I(¢|K"))y —(I(q|k)){I(¢'|K)), where the intensity I(q|k) is defined in terms of S(q|k)
by I(qlk) = Li*(w/c)|S(q|k)|?, with L; the length of the x;-axis covered by the random
surface. Attention was focused on the C and CU19 correlation functions, which are the
contributions to C(q, k|¢’, k") that are proportional to §(¢—k—¢ + k') and §(¢—k+ ¢ — k'),
respectively. The existence of both of these correlation functions is consistent with the
amplitude of the scattered field obeying complex Gaussian statistics in the limit of a long
surface and in the presence of weak surface roughness. It was shown that the deviation
of the statistics of the scattering matrix from complex circular Gaussian statistics and the
CU9 correlation function are determined by exactly the same statistical moment of S(q|k).
As the random surface becomes rougher, the amplitude of the scattered field no longer
obeys complex Gaussian statistics but obeys complex circular Gaussian statistics instead.
In this case the C19 correlation function should therefore vanish. This result is confirmed
by numerical simulation calculations.

D. The Scattering of Light from the Random Interface between
Two Dielectric Media with Low Contrast.

The coherent and incoherent scattering of p- and s-polarized light incident from a dielectric
medium characterized by a real, positive, dielectric constant €, onto its one-dimensional, ran-
domly rough, interface with a dielectric medium characterized by a real, positive, dielectric
constant €, has been calculated by means of a perturbation theory with a new small param-
eter, namely the dielectric constant n = ¢y — € between the medium of incidence and the
scattering medium [14]. The proper self-energy entering the expression for the reflectivity
was obtained as an expansion in powers of 7 though the second order in 7, and the reducible
vertex function in terms of which the scattering intensity is expressed was obtained as an
expansion in powers of 7 through the fourth. The roughness-induced shifts of the Brew-
ster angle (in p-polarization) and of the critical angle for total internal reflection (e > ¢)
were obtained. The angular dependence of the intensity of the incoherent component of the
scattered light was found to display an enhanced backscattering peak, which is due to the
coherent interference of multiply-scattered lateral waves supported by the interface and their
reciprocal partners. Analogues of the Yoneda peaks observed in the scattering of x-rays from
solid surfaces are also present. The results of this small-contrast perturbation theory were
found to be in good agreement with those obtained in computer simulation studies.



E. Spectral Changes of Light on its Scattering from a Random
Surface

Coherence theory predicts that the correlation in the fluctuations of a source distribution can
cause frequency shifts in the spectrum of the emitted radiation, even when the source is at
rest relative to the observer. Recently, the Wolf effect, or frequency shifts from a real image
of a point source, was measured [15], and the coherent interference effect of a finite-band
source was verified.

In a subsequent experimental study [16] the angular spectrum redistribution, or frequency
shifts, in the scattering of light from 1D and 2D surfaces illuminated by a laser source was
measured, and an additional verification of the spectral and spatial coherent interference
effect of a finite-band source was provided.

F. Enhanced Backscattering at Grazing Angles

The backscattering signal at small grazing angles is very important for vehicle re-entry and
missile tracking applications. It is also useful in FTIR grazing angle microscopy. Recently,
an experimental study was performed of the far-field scattering at small grazing angles,
especially the enhanced backscattering at grazing angles [17]. For a weakly rough random
dielectric film on a reflecting metal substrate, an enhanced backscattering peak that is higher
than the background at its position by a factor significantly larger than two was observed.

G. Wavelength Dependence of the Light Scattered from a Dielectric
Film Deposited on a Metal Substrate.

The scattering of p-polarized light from a system consisting of a dielectric film deposited on
a semi-infinite metal (silver) was studied theoretically with an emphasis on the wavelength
dependence of the total integrated scattering and angle resolved scattering from this system
[18]. In particular, the reflectivity R(\) and the total scattered energy U(\) were determined
as functions of the wavelength of the incident light by a rigorous numerical simulation ap-
proach. Both surfaces of the dielectric film could be one-dimensional random surfaces. It
was found that the total scattered energy was reduced the most by making the vacuum-film
interface rough while at the same time keeping the film-metal interface planar.

H. An Effective Impedance Boundary Condition for the Coherent
Scattering of Light from a One-Dimensional Randomly Rough Sur-
face.

As a continuation of our studies of impedance boundary conditions that can be useful in the-
oretical studies of the scattering of light from random surfaces, an impedance boundary con-

dition was derived [19] for a system of vacuum separated from a metal by a one-dimensional
interface defined by z1 = ((z1), that relates the mean value (L(z1|w)) to the mean value



(H(x1|w)), where L(z1|w) = [0H5 (21, x3|w)/0x3]1s—0 (= [OE5 (21, x3|w)/0x3)zs—0) and H (z1|w)
= [Hy (21, 23|w)]zs=0(= [E7 (21, T3|w)]ss=0), Where Hy (21, x3/w) (E3 (21, 23|w)) is the total
magnetic (electric) field in the vacuum region in the case of a p-polarized (s-polarized) elec-
tromagnetic field whose plane of incidence is the x;x3-plane. The angle brackets here denote
an average over the ensemble of realizations of the surface profile function {(z1). The result
was used to calculate the reflectivity of the metal surface in both polarizations, and yielded
results in reasonable agreement with those obtained by the use of phase perturbation theory.

I. Enhanced Backscattering of Light from the Random Surface of
an Amplifying Medium

An experimental study was carried out of the enhanced backscattering of light from a ran-
domly rough surface through a laser dye-doped polymer [20]. The sample was a slice of a
pyrromethene-doped polymer coupled with a two-dimensional rough gold layer with a large
slope. When the sample was illuminated with an s-polarized He-Ne laser and was pumped
by a cw argon-ion laser, amplified scattering was observed. The enhanced backscattering
peak increased sharply, and its width narrowed for a sample with a small (negative) value
of the imaginary part of its dielectric constant.

In a second experimental study of the scattering of light from the same system [21], the
satellite peaks supported by the scattering structure were increased as well as the enhanced
backscattering peak.

In [22] the scattering of s-polarized light from a rough dielectric film deposited on the
plane surface of a semi-infinite perfect conductor was investigated by numerical simulations.
The dielectric film was allowed to be either active or passive, situations that were modeled by
assigning negative and positive values, respectively, to the imaginary part e of the dielectric
constant of the film. The reflectance R and the total scattered energy U for the system
were studied as functions of both €5 and the angle of incidence of the light. In addition, the
positions and widths of the enhanced backscattering and satellite peaks were studied. It was
found that these peaks become narrower and higher when the amplification of the system is
increased, and that their widths are linear functions of ;. The position of the backscattering
peak was found to be independent of €5, while a weak dependence of the positions of the
satellite peaks on €, was found.

J. Multiple-Scattering Effects in the Generation of Second Har-
monic Light in Scattering from or Transmission Through a Random
Metal Surface.

Perturbative calculations of the second harmonic light generated in the transmission of p-
polarized light through a thin metal film with a one-dimensional random surface in the
Kretschmann attenuated total reflection geometry have been carried out [23]. The metal film
is deposited on the planar surface of a prism through which the light is incident. The back
surface of the film is a one-dimensional random surface whose generators are perpendicular



to the plane of incidence. It is in contact either with a semi-infinite vacuum or a semi-infinite
nonlinear crystal (quartz). It was found that when the random surface separates the metal
film from vacuum so that the nonlinearity of the film surfaces gives rise to the harmonic light,
for a general angle of incidence a dip appears in the angular dependence of the intensity of
the transmitted harmonic light in the direction normal to the mean surface. When the
second harmonic generation is due to the nonlinearity of the crystal in contact with the
metal film, a peak in the angular dependence of the intensity of the transmitted harmonic
light occurs in this direction. These dips and peaks are multiple-scattering effects. However,
when the angle of incidence is optimal for the excitation of surface plasmon polaritons at
the film-vacuum/nonlinear crystal interface, the nonlinear mixing of the incident light and
the backward propagating surface plasmon polariton leads to an intense peak in the angular
dependence of the intensity of the transmitted harmonic light in the direction normal to the
mean surface. This peak is already present in the single-scattering approximation.

In [24] a computer simulation approach was used to study the generation of second
harmonic light in reflection and transmission in the Kretschmann attenuated total reflection
geometry in the case where the back, randomly rough, face of the metal film was in contact
with vacuum. The nonlinearity responsible for the second harmonic generation was assumed
to arise at the prism-metal and metal-vacuum interfaces, and thus entered the problem
only through the boundary conditions at these interfaces at the harmonic frequency. The
source terms entering these boundary conditions were obtained from the solutions of the
corresponding scattering and transmission problems at the fundamental frequency. It was
found that a peak in the angular dependence of the intensity of both the transmitted and
reflected second harmonic light occurs in the directions normal to the mean scattering surface,
in addition to an enhanced backscattering peak in the retroreflection direction. The enhanced
transmission peak occurs in the non-radiative region, and therefore cannot be observed in

the far field.

K. Surface Electromagnetic Waves

In a recent theoretical study of the scattering of a surface plasmon polariton by a circularly
symmetric protuberance or indentation on an otherwise planar metal surface in contact with
vacuum (A. V. Shchegrov, I. V. Novikov, and A. A. Maraudin, Phys. Rev. Lett. 78,
4269-4272 (1997)), it was found that the angular dependence of the intensity of the volume
electromagnetic waves scattered into the vacuum region possesses a maximum in the plane
of incidence at a polar scattering angle of approximately 28°. This suggests that if a p-
polarized volume electromagnetic field in the form of a beam of finite width is incident on
the same surface defect, the efficiency of exciting a surface plasmon polariton will be greatest
for a polar angle of incidence close to 28°. To test this hypothesis the latter problem was
studied theoretically [25]. The reduced Rayleigh equations for the amplitudes of the p- and s-
polarized components of the scattered field were reduced to a set of one-dimensional integral
equations by exploiting the circular symmetry of the surface defect, which was assumed to
have a Gaussian form. The efficiency of exciting surface plasmon polaritons in this fashion



was calculated as a function of the polar angle of incidence, and was found to be maximal
when this angle is close to 28°.

The possibility of the strong (Anderson) localization of surface plasmon polaritons prop-
agating along a metal surface, a finite part of which is randomly rough, was studied theoret-
ically [26]. The surface roughness assumed was such that the roughness-induced conversion
of a surface plasmon polariton propagating on it into volume electromagnetic waves in the
vacuum above the surface was suppressed. Estimates of the Anderson localization length of
the surface plasmon polariton were obtained analytically and numerically.

By means of Green’s second integral identity in the plane, and a parameterization of the
surface profile function, the dispersion relation for surface electromagnetic waves guided by a
straight channel cut into the otherwise planar surface of a solid in contact with vacuum was
determined numerically [27]. The solid could be either a metal or a dielectric medium, and
was characterized by an isotropic, real, frequency-dependent dielectric function e(w) that
is negative in some range of frequencies. The resulting propagating bound electromagnetic
modes were named channel polaritons.

L. Left-Handed Media

Recently a physical medium was fabricated (D. R. Smith et al., Phys. Rev. Lett. 84,
4184 (2000)) in which both the effective permittivity e¢(w) and the effective permeability
wu(w) are negative over a restricted frequency range. Thus, in this frequency range, such a
medium is “left-handed,” and is characterized by a negative refractive index. A left-handed
medium should exhibit unusual phenomena associated with the propagation and scattering
of electromagnetic waves. Thus, in a recent paper [28] the scattering of p- and s-polarized
electromagnetic waves from a weakly rough one-dimensional random surface of a left-handed
medium was studied theoretically. It was assumed that the surface profile function was a
single-valued function of the coordinate in the mean plane of the surface that is normal to its
grooves and ridges, and constitutes a zero-mean, stationary, Gaussian random process. It was
shown that in contrast to nonmagnetic media with a negative dielectric function, the planar
surface of a left-handed medium can support both p- and s-polarized surface electromagnetic
waves. The reflectivity of such a surface as a function of the angle of incidence displays
structure associated with the existence of a Brewster angle and a critical angle for total
internal reflection in both polarizations. The angular distribution of the intensity of the
light that has been scattered incoherently displays an enhanced backscattering peak, and
Yoneda bands, for both polarizations of the incident light.

M. Review Articles.

During the reporting period four major review articles were written .

The first [29] was devoted to a survey of recent theoretical work on multiple-scattering
phenomena in the scattering of light from randomly rough surfaces. The phenomena dis-
cussed were enhanced backscattering, enhanced transmission, satellite peaks, changes in the



spectrum of light scattered from a random surface, and the design of random surfaces that
scatter light uniformly within a specified range of scattering angles and produce no scattering
outside this range.

The second article [30] was devoted to a survey of recent theoretical work on multiple-
scattering effects in the second harmonic light generated at clean, randomly rough, one-
dimensional metal surfaces. Both weakly rough and strongly corrugated surfaces were consid-
ered, and comparisons between theoretical and existing experimental results were presented.
The agreement was quite good.

A more extensive treatment of this problem in which second harmonic generation in the
Kretschmann attenuated total reflection geometry was also studied, was presented in the
third review article [31].

The fourth article [31] dealt with theoretical and experimental aspects of the scattering
of light from randomly rough surfaces and from random phase screens.

6. List of publications and technical reports supported
under this grant.

[1 ] A. A. Maradudin, I. Simonsen, T. A. Leskova, and E. R. Méndez, “Design of one-
dimensional Lambertian diffusers of light,” Waves in Random Media 11, 529-533
(2001).

[2 | A. A. Maradudin, T. A. Leskova, and E. R. Méndez, “Two-dimensional random surfaces
that act as circular diffusers,” Opt. Lett. 28, 72-74 (2003).

[3 ] A. A. Maradudin, E. R. Méndez, and T. A. Leskova, “Two-Dimensional Random Sur-
faces that Act as Circular Diffusers,” SPIE 4780, 51-60 (2002).

[4 | E. R. Méndez, E. E. Garcia-Guerrero, T. A. Leskova, A. A. Maradudin, J. Mufoz-
Lopez, and 1. Simonsen,” The design of one-dimensional random surfaces with specified
scattering properties,” Appl. Phys. Lett. 81, 798-800 (2002).

[5 | E. R. Méndez, E. E. Garcia-Guerrero, T. A. Leskova, A. A. Maradudin, J. Mufioz-Lopez,
and I. Simonsen, “The Design of One-Dimensional Random Surfaces with Specified
Scattering Properties,” SPIE 4780, 40-50 (2002).

[6 | M. Ciftan, T. A. Leskova, and A. A. Maradudin, “The fabrication of one-dimensional
random surfaces that display enhanced backscattering for only one specified angle of
incidence,” SPIE 4447, 17-23 (2001).

[7 | E. R. Méndez, E. E. Garcia-Guerrero, H. M. Escamilla, A. A. Maradudin, T. A. Leskova,
and A. V. Shchegrov, “Photofabrication of random achromatic optical diffusers for
uniform illumination,” Appl. Opt. 40, 1098-1108 (2001).



[8 | T. A. Leskova, A. A. Maradudin, E. R. Méndez, and I. Simonsen, “Band-limited uniform
diffuser in transmission,” SPIE 4100, 113-123 (2000).

[9 | A. A. Maradudin, E. R. Méndez, T. A. Leskova, and I. Simonsen, “A band-limited
uniform diffuser in transmission. II. A multilayer system,” SPIE 4447, 130-139 (2001).

[10 | Zu-Han Gu, “Speckle correlations around the backscattering direction in the double-
passage configuration,” Appl. Opt. 39, 4684-4689 (2000).

[11 ] T. A. Leskova and A. A. Maradudin, “The angular intensity correlation function Cy
for the scattering of light from a one-dimensional randomly rough surface,” Phil. Mag.
B81, 1289-1302 (2001).

[12 ] A. R. McGurn and A. A. Maradudin, “Computer simulation studies of the speckle
correlations of light scattered from a random array of scatterers: scalar wave approxi-
mation,” Phys. Rev. B64, 165204-1 - 165204-14 (2001).

[13 ] T. A. Leskova, I. Simonsen, and A. A. Maradudin, “The angular intensity correlation
functions CM and C19 for the scattering of light from randomly rough dielectric and
metal surfaces, ”Waves in Random Media 12, 307-319, (2002).

[14 ] T. A. Leskova, A. A. Maradudin, and I. V. Novikov, “The scattering of light from the
random interface between two dielectric media with low contrast,” J. Opt. Soc. Am.
A17, 1288-1300 (2000).

[15 ] Zong-Qi Lin and Zu-Han Gu, “Wolf effect from a real image as a secondary source,”
SPIE 4100, 78-83 (2000); Zu-Han Gu, “Angular spectrum redistribution from rough
surface scattering,” SPIE 4447, 109-114 (2001).

[16 ] Zu-Han Gu, “Spectral coherence from rough surface scattering with a secondary
source,” SPIE 4447, 115-121 (2001).

[17 ] Zu-Han Gu and M. Ciftan, “Enhanced backscattering at grazing angle,” SPIE 4447,
1-5 (2001).

[18 ] I. Simonsen, T. A. Leskova, A. A. Maradudin, and O. Hunderi, “Wavelength depen-
dence of the light scattered from a dielectric film deposited on a metal substrate,”
SPIE 4100, 65-77 (2000).

[19 ] T. A. Leskova and A. A. Maradudin, “An effective impedance boundary condition for
the coherent scattering of light from a one-dimensional randomly rough surface,” SPIE
4100, 46-56 (2000).

[20 ] Zu-Han Gu and G. D. Peng, “Amplification of enhanced backscattering from a dye-
doped polymer bounded by a rough surface,” Opt. Lett. 25, 375-377 (2000).

10



[21 ] G. D. Peng and Zu-Han Gu, “Amplified backscattering from dye-doped polymer
bounded with 1-D rough metal film,” SPIE 4100, 103-112 (2000).

[22 ] I. Simonsen, T. A. Leskova, and A. A. Maradudin, “Light scattering from an amplifying
medium bounded by a randomly rough surface: a numerical study,” Phys. Rev. B64,
035425-1 - 035425-7, (2001).

[23 ] T. A. Leskova, M. Leyva-Lucero, E. R. Méndez, A. A. Maradudin, and I. V. Novikov,
“The surface enhanced second harmonic generation of light from a randomly rough
metal surface in the Kretschmann geometry,” Opt. Commun. 183, 529-545 (2000).

[24 ] I. V. Novikov, A. A. Maradudin, T. A. Leskova, E. R. Méndez, and M. Leyva-Lucero,
“Second harmonic generation of light in the Kretschmann attenuated total reflection

geometry in the presence of surface roughness,” Waves in Random Media 11, 183-231
(2001).

[25 ] M. Kretschmann, T. A. Leskova, and A. A. Maradudin, “Excitation of surface plas-
mon polaritons by the scattering of volume electromagnetic beam from a circularly
symmetric defect on a planar metal surface,” SPIE 4447, 24-33 (2001).

[26 ] A. A. Maradudin, I. Simonsen, T. A. Leskova, and E. R. Méndez, “Localization of
surface plasmon polaritons on a random surface,” Physica B296, 85-97 (2001).

[27 ] I. V. Novikov and A. A. Maradudin, “Channel Polaritons,” Phys. Rev. B66, 035403-1
- 035403-13 (2002).

[28 ] T. A. Leskova, A. A. Maradudin, and I. Simonsen, “Scattering of electromagnetic
waves from the random surface of a left-handed medium,” SPIE 4447, 6-16 (2001).

[29 ] E. I. Chaikina, E. E. Garcia-Guerrero, Zu-Han Gu, T. A. Leskova, A. A. Maradudin,
E. R. Méndez, and A. V. Shchegrov, “Multiple-scattering phenomena in the scattering
of light from randomly rough surfaces,” In Frontiers of Laser Physics and Quantum
Optics,” eds. Z. Xu, S. Xie, S. Y. Zhu, and M. O. Scully (Springer-Verlag, New York,
2000), pp. 225-259.

[30 ] E. R. Méndez, M. Leyva-Lucero, T. A. Leskova, and A. A. Maradudin, “Multiple-
Scattering effects in the second harmonic light generated at randomly rough metallic

interfaces,” in Frontiers of Laser Physics and Quantum Optics, eds. Z. Xu, S. Xie, S.
Y. Zhu, and M. O. Scully (Springer-Verlag, New York, 2000) pp. 149-171.

[31 ] A. A. Maradudin and E. R. Méndez, “Scattering by Surfaces and Phase Screens,”
In Scattering, eds. R. Pike and P. Sabatier (Academic Press, New York, 2002), pp.
864-894.

11



[32 ] T. A. Leskova, A. A. Maradudin, and E. R. Méndez, ”Multiple-scattering phenomena
in the second harmonic generation of light reflected from and transmitted through ran-
domly rough metal surfaces,” in Optical Properties of Nanostructured Random Media,
ed. V. M. Shalaev (Springer-Verlag, New York, 2002) pp. 359-442.

[33 ] A. A. Maradudin, “Comment on ‘Radiative transfer over small distances from a heated
metal’,” Opt. Lett. 26, 479 (2001).

7. Scientific personnel supported by this project
Dr. T. A. Leskova

Dr. W. Zierau

Dr. Zu-Han Gu

Dr. E. R. Méndez

Mr. L. Simonsen (received the Ph.D. degree)

M. M. Kretschmann

12



INSTITUTE OF PHYSICS PUBLISHING WAVES IN RANDOM MEDIA

Waves Random Media 11 (2001) 529-533 PII: S0959-7174(01)18801-4

Design of one-dimensional Lambertian diffusers of
light

A A Maradudin!, I Simonsen'?, T A Leskova® and E R Méndez*

! Department of Physics and Astronomy and Institute for Surface and Interface Science,
University of California, Irvine, CA 92697, USA

2 Department of Physics, The Norwegian University of Science and Technology, N-7491,
Trondheim, Norway

3 Institute of Spectroscopy, Russian Academy of Sciences, Troitsk, Russia

4 Divisién de Fisica Aplicada, CICESE, Ensenada, Baja CA 22800, Mexico

Received 9 November 2000, in final form 10 May 2001
Published 21 September 2001
Online at stacks.iop.org/WRM/11/529

Abstract

We describe a method for designing a one-dimensional random surface that
acts as a Lambertian diffuser. The method is tested using rigorous computer
simulations and is shown to yield the desired scattering pattern.

Optical devices that give rise to a scattered intensity that is proportional to the cosine
of the scattering angle are frequently used in the optical industry, e.g. for calibrating
scatterometers [1]. Such diffusers have the property that their radiance or luminance is the same
in all scattering directions. Due to this angular dependence such devices are often referred
to as Lambertian diffusers. In the visible region of the optical spectrum volume disordered
media, e.g. compacted powdered barium sulfate, and freshly smoked magnesium oxide [2] are
used as Lambertian diffusers. However, this type of diffuser is inapplicable in the infrared
region due to its strong absorption and the presence of a specular component in the scattered
light, in this frequency range.

The design of a random surface that acts as a Lambertian diffuser, especially in the infrared
region of the optical spectrum, is therefore a desirable goal, and one that has been regarded
as difficult to achieve [3]. In this paper we present a solution to this problem that is based
on an approach used in several recent papers to design one-dimensional random surfaces with
specified scattering properties [4—6], and to fabricate them in the laboratory [5,7]. The design
of a two-dimensional random surface that acts as a Lambertian diffuser will be described
elsewhere [8].

To motivate the calculations that follow we begin by considering the scattering of s-
polarized light of frequency w from a one-dimensional, randomly rough, perfectly conducting
surface defined by x3 = ¢(x;). The region x3 > ¢ (x;) is vacuum, the region x3 < {(x) is
the perfect conductor (figure 1). The plane of incidence is the xjx3-plane. The surface profile
function ¢ (x;) is assumed to be a single-valued function of x; that is differentiable, and to
constitute a random process.
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Figure 1. The scattering geometry assumed in this paper.

The mean differential reflection coefficient (d R/d6,), where the angle brackets denote
an average over the ensemble of realizations of the surface profile function, is defined such
that (0 R/06;) db; is the fraction of the total time-averaged flux incident on the surface that is
scattered into the angular interval (6, 6, + d6;) in the limit as df; — 0. In the geometrical
optics limit of the Kirchhoff approximation it is given by [5]

<8R> L& 1 [1+C0S(90+€S)i|/ dxl'/ du expli(g — k)u]

30 L 2mccosfy | cosby+ cosb

x (expliaug’(x1)]). (H
In this expression L; is the length of the x;-axis covered by the random surface, 6, and
0, are the angles of incidence and scattering, respectively, a = (w/c)(cos by + cos ), and
q = (w/c)sinbg, k = (w/c) sin Gy. In the following, we will restrict ourselves to the case of
normal incidence (6y = 0°), in which case equation (1) simplifies to

oR 1 o

<895> L1 e dx1/ du expiqu{expliaus’(x)]) 2)

where a is now given by a = (a)/c)(l + cos6).
We wish to find a surface profile function ¢ (x;) for which the mean differential reflection

coefficient has the form

oR 1 p 3)
= —cosb.
a0, 2 *
To this end we write ¢ (x;) in the form [5]
oo
fea) =Y cos(a —€2b). “)

{=—00
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Here the ¢, are independent, positive, random deviates, b is a characteristic length, and the
function s(x;) is defined by [5]

0 x1 < —(m+1)b
—(m + 1)bh — hx, —(m+1b < x1 < —mb
s(x1) = —bh —mb < x; < mb 5)
—(m+ 1)bh + hx; mb<x;<(m+1)b
0 (m+1b < x

where m is a positive integer. Such trapezoidal grooves can be generated experimentally [5,7].
Since the ¢, are positive random deviates, their probability density function (PDF)
f(y) = (8(y — c¢)) is non-zero only for positive values of y.
It has been shown [5] that when the surface profile function is given by equations (4)
and (5), the expression (2) for the mean differential reflection coefficient becomes

IR\ _ 1 (1 U Ui & 6
<aes>—a( 3) [f(‘z a“?)“’(z a“?)] ©

Thus, we find that in the geometrical optics limit of the Kirchhoff approximation the mean
differential reflection coefficient is determined by the PDF of the coefficients ¢, entering the
expansion (4), and is independent of the wavelength of the incident light. If we make the
change of variable tan(6,/2) = yh,0 < yh < 1, so that § cos6, = 1(1 — y?h?) /(1 + y*h?),
on combining equations (3) and (6) we find that the equation determining f (y) is

1— 2h2
FEN+fO) = 2h(1+y—yzh2)2. %
It follows that
1—y22 (1
fy)= 2h(1+y—2h2)20(ﬁ - )/)9(1/). (8

The preceding results were obtained in the geometrical optics limit of the Kirchhoff
approximation for a perfectly conducting surface. However, our earlier experience in designing
surfaces with specified scattering properties [4—-6] shows that when a surface designed on
the basis of these assumptions is ruled on a lossy metal, the results of rigorous scattering
calculations show that the resulting scattering pattern retains the form prescribed in the
approximate, single-scattering calculations. We now demonstrate that such a result is obtained
in the context of the present problem.

From the form of f(y) given in equation (8) a long sequence of ¢, was generated by
applying the rejection method [9], and the resulting surface profile function ¢ (x;) was generated
using equations (4) and (5). We found from numerical experiments that in order to have
a surface that acts as a Lambertian diffuser in reflection the parameter b had to be large.
Physically, this means that the grooves ¢ (x;) have to be wide.

In figure 2 we present the results of rigorous numerical Monte Carlo simulations [10]
for the angular dependence of the mean differential reflection coefficient (dR/d6;) for s-
polarized incident light of wavelength A = 612.7 nm scattered from a randomly rough silver
surface of the type described above (noisy curve). The value of the dielectric constant of
silver at this wavelength is €(w) = —17.2 +i0.5. The surface was characterized by the
parameters b = 80A = 49 um, h = 0.2 and m = 1, and its length used in the simulation
was L; = 1644 = 100 um. Furthermore, the plot in figure 2 was obtained by averaging the
results for N, = 35 000 realizations of the surface profile function ¢ (x1). Such a large number
of surface realizations was needed in order to reduce the noise level sufficiently. The reason
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Figure 2. The noisy curve is (0 R/96;) calculated by a numerical simulation approach for a random
silver surface defined by equations (4) and (5) with b = 80A, h = 0.2, m = 1, and the PDF (8),
when s-polarized light of wavelength A = 612.7 nm (e(w) = —17.2 +1i0.5) is incident normally
on it. The upper full curve is (dR/96,) given by equation (3). The lower full curve is the error in
the calculated mean differential reflection coefficient as measured by its standard deviation.

(This figure is in colour only in the electronic version)

for the slow convergence of the mean DRC with increasing N, we believe is due to the large
value of b used in the simulations. Without compromising the spatial discretization used in
the numerical calculation (Ax; = 0.1641) needed in order to resolve the oscillations of the
incident field, only a few grooves s(x;) could be included for each realization in the sum (4)
defining the surface.

The lower smooth curve represents an estimate of the error in the calculated (d R/96,) due
to the use of a finite number of surface realizations for its calculation. This error is obtained
as the standard deviation of the mean differential reflection coefficient (see [10] for details).

The upper smooth full curve in figure 2 represents the geometrical optics limit of the
Kirchhoff approximation, equation (3). As can be readily observed from this figure, the
agreement between the geometrical optics limit of the Kirchhoff approximation for a random
perfectly conducting surface and the result of rigorous numerical simulations for a real random
silver surface is excellent within the noise level. This is indeed the case for all scattering angles
6, which we find somewhat surprising, since one might have expected the geometrical optics
approximation to break down for the largest scattering angles. That this is not observed in
our simulation results is probably an indication that multiple scattering processes are of minor
importance in the scattering taking place at the random surface even for the largest scattering
angles.

Simulations (results not shown) were also performed where the wavelength of the incident
light was changed by plus and minus 10% from its original value of A = 612.7 nm. Such
changes did not affect the Lambertian nature of the scattered light in any significant way.
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This weak wavelength sensitivity is consistent with our earlier experience in designing surfaces
with specified scattering properties [4—6]. Surfaces generated on the basis of different b
parameters have also been considered. We found that the scattered intensity showed little
sensitivity to this parameter as long as it is large.
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We propose a method for designing a two-dimensional random Dirichlet surface that, when it is illuminated
at normal incidence by a scalar plane wave, scatters the wave with a circularly symmetric distribution of

intensity. The method is applied to the design of a surface that acts as a Lambertian diffuser.

The method

is tested by computer simulations, and a procedure for fabricating such surfaces on photoresist is described.

© 2003 Optical Society of America
OCIS code: 240.5770.

Optical diffusers that produce a scattered intensity
proportional to the cosine of the polar scattering
angle are frequently used in the optical industry, e.g.,
for calibrating scatterometers.! Such diffusers have
the property that their radiance or luminance is the
same in all scattering directions. For this reason
they are often referred to as Lambertian diffusers.
In the visible region of the optical spectrum volume-
disordered media, such as compacted powdered bar-
ium sulfate and freshly smoked magnesium oxide,?
are used as Lambertian diffusers. However, this
type of diffuser is inapplicable in the medium- or
far-infrared regions because of its strong absorption
and the presence of a specular peak in the scattered
light. A different realization of such a diffuser is
therefore required.

The design of a two-dimensional random surface
that acts as a Lambertian diffuser, especially in the
medium- or far-infrared region of the optical spectrum,
is therefore a desirable goal. In this Letter we propose
a method for designing a two-dimensional randomly
rough Dirichlet surface that, when it is illuminated
at normal incidence by a scalar plane wave, scatters
the wave with a prescribed circularly symmetric dis-
tribution of intensity. We illustrate this method by
applying it to the design of a surface that acts as an
achromatic Lambertian diffuser.

The physical system that we consider consists of vac-
uum in the region x3 > {(x)), where x) = (x1, x2, 0) is
a position vector in the plane x3 = 0, and the scattering
medium in the region x3 < {(x)). The surface profile
function {(x||) is assumed to be a single-valued function
of x) that is differentiable with respect to x; and x3 and
constitutes a random process. The surface x3 = {(x)))
is illuminated at normal incidence by a scalar plane
wave of frequency w, and the Dirichlet boundary con-
dition is satisfied on it.

The mean differential reflection coefficient
(0R/0€Q), where the angle brackets denote an average
over the ensemble of realizations of the surface profile
function, is defined such that (JR/0Q,)dQ, is the

0146-9592/03/020072-03$15.00/0

fraction of the total time-averaged incident flux that
is scattered into the element of solid angle d{); about a
given scattering direction. In the geometrical optics
limit of the Kirchhoff approximation the coefficient is
given by

OR 1( o\ ;
<aQ > -3 (ﬁ) f & exp(—iq - wy)

< [ @xiessliow - ved, @)

where S is the area of the x;x; plane covered
by the random surface, q; = (w/c)sin 6;(cos ¢,
sin ¢, 0), (65, d5) are the polar and azimuthal angles
of scattering, and a = (w/c) (1 + cos 6y).

The idea underlying our approach to the design of
a two-dimensional random surface that scatters in a
circularly symmetric fashion a scalar plane wave that
is normally incident on it is that the surface itself
should have circular symmetry. Consequently, we as-
sume that the surface profile function ¢(x) is a func-
tion of the radial coordinate r = |x)|| alone, {(x)) =
H(r), and we choose H(r) to have the form

Hr)y=a,r +b,, nb=r={m+1)>b,

n=0,1,2,..., (2

where {a,} are independent identically distributed ran-
dom deviates, b is a characteristic length, and {b,} are
determined in such a way as to make H(r) a continu-
ous function of r:

b,=by+(ay+ar+- -+ a,-1 — nayb,
n=1. (3)
We seek the probability density function (pdf) of
an, f(y) = (6(y — ay)), such that the surface profile
defined by Eqgs. (2) and (3) yields a mean differential

reflection coefficient of a prescribed form. The av-
erage over the ensemble of realizations of the surface

© 2003 Optical Society of America
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profile function in the definition of f(vy) is equivalent
to an average over the ensemble of realizations of {a,}
and the independence of {a,}, and the fact that they
are identically distributed has the consequence that
this pdf is independent of n.

For the form of the surface profile function that we
have chosen, Eq. (1) becomes

oR 27 ([ o 1 QI|>
= — — JR— _— . 4
<aQs> a (277'6) q f(a )
If we make the change of variable y = q/a =

tan(0,/2), we find that f(y) is given by

#<£
1+ y2)2\0Q;

fly) =8 >wx y=0. (5

We seek to design a surface that acts as a Lamber-
tian diffuser, for which

IR 1
<aQS>—;cos03, 0=0,=m/2. (6)

We find from Eq. (5) that

— A2
Fo =8 B0t - o), ™

where 6(z) is the Heaviside unit step function. From
the result given by Eq. (7), a long sequence of {a,} is
obtained, e.g., by the rejection method,® and the sur-
face profile function H (r) is constructed on the basis of
Eqgs. (2) and (3).

Because rigorous calculations of scattering from
two-dimensional random surfaces are time consuming,
we illustrate this approach to the design of random
surfaces that scatter light in a circularly symmetric
fashion by performing the calculations of the mean
differential reflection coefficient in the Kirchhoff
approximation. In this approximation we have that

AR\ 1/( o 2 ,
<aQs> ] (2—77'c> (r(an)l, (8)
where
N-1
n=0
(n+1)b

X [ drrdo(qr)exp(—iaa,r), 9)

nb

Jo(2) is a Bessel function, a = (w/c) (1 + cos 6s), q| =
(w/c) sin 6,, and the area S is S = 7 (Nb)2. A large
number N, of realizations of the random surface is
now generated, and for each realization |r(q))|? is cal-
culated. The N, results for |7(qy)|? that are obtained
are summed, and we then divide the sum by N, to
yield the average indicated in Eq. (8). The average
(Ir(q))|?) must increase quadratically with N to pro-
duce a mean differential reflection coefficient that is
independent of N. This is indeed found to be the case
for the example studied.

In Fig. 1 we plot a segment of one realization of the
surface profile function H (r) and its derivative calcu-
lated by the approach proposed here. The parameters
used in generating these functions were b = 200\ and
bop = 0. Because of the form of f(y) given by Eq. (7),
each slope a,, is positive, and as a result H (r) increases
monotonically with increasing r. The average slope of
the surface is (a,) = 0.4292, independently of n, with
a standard deviation of 0.2078.

A plot of (R /9Q) as a function of 6, calculated for
the parameters used in obtaining the surface profile
function plotted in Fig. 1, is presented in Fig. 2. The
results obtained for N, = 15,000 realizations of
the surface profile function were used in obtaining the
average in Eq. (8). The random surface generated
by our approach is seen to act as a Lambertian
diffuser: The mean differential reflection coefficient
follows the cosine law Eq. (6) very closely.
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Fig. 1. Segment of a single realization of (a) a numerically
generated surface profile function H(r) and (b) its deriva-
tive for a two-dimensional surface that acts as a Lamber-
tian diffuser. The parameters are b = 2001 and by = 0.
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Fig. 2. Mean differential reflection coefficient for scatter-
ing from a two-dimensional Lambertian diffuser estimated
from N, = 15,000 realizations of the surface profile func-
tion for normal incidence. The parameters are b = 2004,
by =0, and N = 200. The dashed curve is a plot of the
function given by Eq. (6).
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Fig. 3. Schematic diagram of the setup proposed for the
fabrication of a circularly symmetric random surface.

Several comments need to be made concerning the
calculations that led to Fig. 2. If the coefficients {a,}
are obtained by a straightforward application of the
rejection method to the pdf f(y) given by Eq. (7), a
fraction of the surfaces that are generated possess
regions in which several consecutive a, are very small
(<1072). The presence of such practically horizontal
regions on the surface gives rise to a peak in the mean
differential reflection coefficient in the immediate
vicinity of the specular direction #; = 0°. To eliminate
this peak, as a particular realization of the function
H(r) was being generated, we calculated the corre-
sponding differential reflection coefficient at 6, = 0°,
and if its value exceeded 2 max{oR/0(),) that surface
was discarded. Although this procedure alters the
statistics of the resulting surface from the statistics
defined by the pdf f(y), the altered statistics produce a
surface with the desired scattering properties and can
be used in fabricating surfaces with these properties.
The coherent interference of waves scattered from
symmetric regions of the surface also contributes a
peak in the specular direction. We can eliminate this
contribution by making the surface large enough. In
addition, a fraction of the surfaces generated possess
regions in which several consecutive a, are almost
equal to unity. The presence of such regions on the
surface gives rise to a peak in the immediate vicinity
of the grazing directional. This peak, however, can
also be eliminated by use of larger surfaces.

The form of f(y) given by Eq. (7) allows some seg-
ments of the surface to have large enough slopes that
when they are illuminated at normal incidence they
give rise to scattered rays that, because of the coni-
cal bowl shape of the surface, strike the surface a sec-
ond time before being reflected back into the vacuum
region. Such double-scattering processes, which are
not captured by the Kirchhoff approximation, shadow
grazing-angle scattering and in principle should cause
the mean differential reflection coefficient to depart
from the desired Lambertian form by decreasing more

rapidly to zero as the scattering angle 6, approaches
90°. However, estimates of the double-scattering con-
tribution to (dR/9()), to be described in the future,
show that this departure is negligibly small.

Surfaces of the type considered here can be fabri-
cated on photoresist in the following way: Consider
the function A(p) that constitutes a single realization of
the random process constructed according to Egs. (2),
(3), and (7) and satisfies the requirement that the cor-
responding differential reflection coefficient at 6, = 0°
does not exceed 2 max(dR/9Q;). We define the func-
tion 65(p) =—«kh(p) that, with an appropriate choice
of the constant «, can be interpreted as an angle. A
disk-shaped mask is then constructed, whose transpar-
ent section is defined by the condition 64(p) < 6 < 8,
where 6, is a constant greater than [6;(p)]max.

A well-corrected optical system forms a demagnified
image of the mask on a photoresist-coated plate, as
shown in Fig. 3. The rotating photoresist plate is ex-
posed for a time T',, during which it executes a large in-
teger number of revolutions. The total exposure of the
plate will then be circularly symmetric, with a radial
dependence of the form E(r) = KT,[0, — 0x(r)]/2m,
where 0y (r) is a scaled version of the function 6;(p),
and K is a constant related to the sensitivity of the
photoresist and the intensity of the illumination. The
exposure of the plate can be put in the final form
E(r) = Ey + aH(r), where Ey and a are constants
that one can adjust by varying the shape of the mask
and the exposure time. Assuming that the relation
between exposure and resulting height on the plate is
linear, the developed surface will have the desired
properties. Moreover, the characterized nonlinear-
ities of the photoresist response can be taken into
account by prescribed deformations of the mask in
Fig. 3.

In conclusion, we have proposed a method for gen-
erating a two-dimensional random surface that, when
it is illuminated at normal incidence by a scalar plane
wave, scatters the wave with a circularly symmetric
distribution of intensity. We illustrated this method
by designing a surface that acts as a Lambertian dif-
fuser. We validated this method by computer simula-
tions and described a procedure for fabricating such
surfaces on photoresist.
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ABSTRACT

We propose a method for designing a two-dimensional random Dirichlet surface which, when illuminated nor-
mally by a scalar plane wave, scatters it with a prescribed circularly symmetric distribution of intensity. The
method is applied to the design of a surface that scatters light uniformly within a circular region and produces
no scattering outside that region, and a surface that acts as a Lambertian diffuser. The method is tested by
computer simulations, and a procedure for fabricating such surfaces on photoresist is described.

Keywords: random surfaces, scattering, band-limited uniform diffusers, Lambertian diffusers, Kirchhoff ap-
proximation

In several recent articles the present authors and their colleagues have addressed the question of how to
design random surfaces that scatter'™ or transmit® 7 light in a specified manner. The majority of these studies
have dealt with one-dimensional random surfaces.”” The only study of two-dimensional random surfaces in this
context dealt with surfaces that scatter light uniformly within a rectangular region and produce no scattering
outside this region.® Such surfaces are called band-limited uniform diffusers, and can be useful in projection
systems where one wishes to illuminate a screen uniformly, but does not wish to waste light by illuminating
outside the boundaries of the screen.

It seems desirable to extend such calculations to the design of two-dimensional random surfaces that produce
a more general specified angular distribution of the intensity of the light scattered from them in more general
regions of scattering angles. Thus, in this paper we propose a method for designing a two-dimensional randomly
rough Dirichlet surface which, when illuminated at normal incidence by a scalar plane wave, scatters it with a
prescribed circularly symmetric distribution of intensity. This method differs from the one employed in Refs. 1-8,
and is simpler to implement than the latter, both theoretically and experimentally. We illustrate it by applying
it to the design of a two-dimensional random surface that scatters a scalar plane wave with a uniform intensity
within a circular region and produces no scattering outside this region (a band-limited uniform diffuser), and
one that acts as a Lambertian diffuser. We validate the results obtained by computer simulations, and describe
a procedure for fabricating such surfaces on photoresist.

The physical system we consider in this work consists of vacuum in the region z3 > ((x)), where x| =
(71,22,0) is a position vector in the plane x3 = 0, and the scattering medium in the region 23 < ((x)). The
surface profile function ((x)) is assumed to be a single-valued function of x|, that is differentiable with respect
to x1 and zo, and constitutes a random process, but not necessarily a stationary one.

The surface r3 = ((x)|) is illuminated from the vacuum side by a scalar plane wave, ¢ (X,t)inc = D (X|w)ine
exp(—iwt), where
Q/A)(X|w)inc = exp[—ikH CX) Z'Ozo(k?“)x;;]. (1)
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In this expression k; = (ki,k2,0) is a two-dimensional wave vector, and ag(kj) = [(w/c)® — kﬁ]%, with

Reag(ky) > 0, Imaog(ky) > 0. The scattered field in the far field, 1(x,t). = ) (x|w) s exp(—iwt), is a su-
perposition of outgoing waves,

zZAJ(x|w)sc = /éTq)LR(q”|k|)exp[iq| X+ iao(g))zs] (2)

in the region z3 > C(x”)mm. the total field in the vacuum region is assumed to satisfy the Dirichlet boundary
condition

[¢(X, t)inc + z/}(X: t)SC]|z3:§(x”) =0 (3)

on the surface z3 = ((x)).

The differential reflection R/0€; is defined in such a way that IR/0Q,:d)s is the fraction of the total time-
averaged incident flux that is scattered into the element of solid angle d)s about a given scattering direction.
It is given in terms of the scattering amplitude

OR 1

o, S

()" 02 ey @)

2we/  cosby

where S is the area of the plane 3 = 0 covered by the random surface. In this expression the wave vectors
q and k; must be expressed in terms of the polar and azimuthal angles of scattering (s, $.) and incidence
(05, do), respectively, according to

q = (w/c)sinb(cos ¢s,sin ps,0) (5a)
k| = (w/e)sinfy(cos o, sin ¢o,0), (5b)

As we are concerned with the scattering of a wave from a random surface, it is the mean differential reflection
coefficient that we must calculate. It is given by

<§TR> =< () OO | Ry e ), (©)

2we/  cosby

where the angle brackets denote an average over the ensemble of realizations of the surface profile function.

The application of Green’s second integral identity to the region x3 > ((x) yields the following expression
for the scattering amplitude R(qy|k))®

1
R(qylk :%/d%:exp—iq-x —iao(q)C(x))]F(x)), 7
(i) = g | exp[—day - x) — dao ()¢ (x) )] (x)) (7)
where the source function F'(x)) is defined by

_ (o) 9 ackxy) & 9
F(XH) - ( O0x1 Oz Ors 02 65[73)

X [ lxlw)ine + (x|

x3=C(x) ’

In the Kirchhoff approximation, which we adopt here for simplicity, the source function is®

B o(xy) o  o¢xy) o 0\ - .
Fx)) = 2<_—6m1 o0 om 8—x2+8—m3> P (X[w)ine et (9a)
o¢(x o¢(x
= 2 (= i, P ) ) enplit ) — iy )5 ) (91)



Substitution of Eq. (9b) into Eq. (6) yields the result that
L ) o¢(xy) o¢(xy)
R(q)lk)) = a0 (@) /d x| <k1 oo T ks - +ao(k||)>
x exp[—i(q) — k) - x| —i(ao(q)) + oo (k) C(x))]- (10)

After an integration by parts this expression becomes®

(w/e)® + aolgy)ao (k) — q) - K
ao(q))[o(g)) + ao(ky)]

x /dzﬂfu exp[—i(qy — k) - x) — i(ao(gy) + o (ky))C(x)]- (11)

R(qylk) = -

It follows from Egs. (5) and (10) that the mean differential reflection coefficient can be written in the form

< OR > _ 1 (i)2 [1 + cosfy cos B — sin By sin f, cos(dg — ¢s)]?
00, S \2we cos By (cos by + cosbs)?
x /d%«“n /d%fﬂ exp[—i(q — ky) - (x| = x))]
 (expl (/) (cos o + cosB,)(C(xy) — S| ). (12)

The result (11) for R(q)|k)) was obtained on the assumption that the total field in the vacuum region
satisfies the Dirichlet boundary condition (3) on the surface z3 = ((x|). If, instead, it is assumed that the total
field in the vacuum region satisfies the Neumann boundary condition

GC(XH) 0 6C(XH) 0 . =
_8—3718—561 — 8—562 + 8—563 [¢(X7t)znc + ¢(X>t)sc]|z3:4(x”) =0 (13)

on the surface x3 = ((x|), the corresponding scattering amplitude R(q|k|) is given by Eq. (11), but with
the opposite sign. Since R(q|k|) enters the mean differential reflection coefficient (0R/9€)) only in the form
|R(q|k))|?, it follows that the result given by Eq. (12) is valid for a two-dimensional Neumann surface as well
as for a two-dimensional Dirichlet surface.

The result given by Eq. (12) simplifies greatly in the case of normal incidence, 6 = 0, k| = 0.

<aasi> B %(QLM)Q/ dzx”/ d*zf) exp[—iq - (x) = x})]
x(exp[—ia(C(x) — C(x|))]), (14)

where a = (w/c)(1 + cosbs), and we will restrict ourselves to this case in what follows.

The geometrical optics limit of the Kirchhoff approximation is obtained by making the change of variables
Xil = x| —u) in Eq. (12), expanding the difference ((x);) — ((x) — uj in powers of u, and keeping only the
linear term. In this way we obtain the result

OR 1/ w2 .
<3Qs> = 5 (Gre) /d2“||exp(—zq”-u“)

X /d2m||<exp[—iau|| . VC(XH)]). (15)

The idea underlying our approach to the design of a two-dimensional random surface that scatters in a
circularly symmetric fashion a scalar plane wave incident normally on it, is that the surface itself should have



circular symmetry. Consequently, we assume that the surface profile function ((x) is a function of the radial
coordinate r = |x|| alone, {(x|) = H(r), and we choose H(r) to have the form

H(r) =anr+b, nb<r < (n+1)b, n=0,1,2... (16)

where the {a,} are independent random deviates, b is a characteristic length, and the {b,} are determined in
such a way as to make H(r) a continuous function of r,

bn:b0+(ao+a1+---+an_1—nan)b n > 1. (17)

We seek the probability density function (pdf) of a,, f(v) = (§(7 — a»)) such that the surface profile defined by
Eqgs. (5) and (6) yields a mean differential reflection coefficient of a prescribed form. Due to the independence
of the {a,} the pdf f(v) is independent of n.

For the form of the surface profile function we have chosen, the gradient of the surface profile function is
given by

VC(XH) = chan nb <r < (n+1)b. (18)

The double integral in Eq. (15) therefore becomes

/d2u“ exp(—qu -ll||) /dQ.TH(eXp[—iallH -VC(XH)D

No1 (n+1)b
:/d2u” exp(—iq) - uy) Z / dz)| x| /dgzﬁw (exp[—iaanu) cos(¢py — ¢z))
n=0 nb Zr
N-1
= /d2u” exp(—iq - uy) Z m[(n + 1)2 n2b2]<Jg(aanu||)>
n=0

,_.

/dUn exp(—iq - uy|) Z?T [(n+1)2 n2b2]/d7f(7)Jo(a7u||)
n=0

—S/duHuH/cM)uexp —iq|u) cos(¢y ¢)u]/d7f )Jo(gyu))

oo

=2rS / d'yf('y)/du||u||J0(qnun)J0(a7u||)

0

. / (v (qH—cw)
_ 2_7Tl q
_Saquf(a)’ (19)

where S = 7(Nb)2. On combining Eqs. (15) and (19) we find that the mean differential reflection is given by

OR 2r s w \2 1 q
== (=) =r(2). 20
<895> a (271'0) q”f(a) ( )
Thus, the mean differential reflection coefficient is given in terms of the pdf of a,. If we make the change of
variable v = ¢ /a = tan(f,/2), we find that f(v) is given by

1) =8 () () 120, @1



We first seek to design a surface that acts as a band-limited uniform diffuser within the circular region
0<6, <0, and 0 < ¢, < 2x. For such a surface

OR\  0(0m —0,)0(0s)
< 00 >  dmsin®(6,,/2)
O(tan(d,,/2) — tan(fs/2))8(tan(fs/2))
47 sin® (O, /2)

= ———0(rm —7)0(v), (22)

where 6(z) is the Heaviside unit step function, and 7., = tan(f,,/2). It follows from Eq. (21) that f(v) in this
case is given by

£0) = 22 D0 = O). (23)

Similarly, if we seek to design a surface that acts as a Lambertian diffuser, for which

<§£>:%c0505 0<0,<m/2, (24)
we find from Eq. (21) that
A2
1) =825 = 90) (25)

From the results given by Eqgs. (23) and (25) a long sequence of {a,} is obtained, e.g. by the rejection method,?
and the surface profile function H(r) constructed on the basis of Eqgs. (16) and (17).

Because rigorous calculations of scattering from two-dimensional random surfaces are time consuming, we
illustrate this approach to the design of random surfaces that scatter light in a circularly symmetric fashion
by performing the calculations of the mean differential reflection coefficient in the Kirchhoff approximation,
but without going to the geometrical optics limit of it. From Egs. (11) and (15) we find that the scattering
amplitude R(g)|0) in the Kirchhoff approximation can be written as

1
cos B,

R(q)|0) = — r(qy), (26)

where

r(qp) = /deH exp(—iqy - x||) exp[—iaH (r)]
n+1)b

No1 ( ) “
— Z / drr / do exp|—iq)r cos(dg — ¢o)] exp[—ia(anr + by)]
n=0 nb -7

N—p (ntD1)b

= 27 Z / drr exp[—ia(anr + b,)]Jo(q)r)
n=0 7
N-1 (n+1)b

= QWZexp(—iabn) / drrJo(qr) exp(—iaan,r), (27)
nb

n=0



where Jo(z) is a Bessel function, a = (w/c)(1 + cosf,), and ¢ = (w/c)sinf,. The mean differential reflection

coefficient is then given by
OR 1/ w\2
(o) =5 (o) tranp, 28)

where the area S is S = m(Nb)?.

The procedure now is to generate a large number N, of realizations of the random surface, and for each
realization to calculate the corresponding values of |r(q)|>. The N, values of |r(qy)|* so obtained are summed
and the sum then divided by N, to yield the average indicated in Eq. (28). It should be noted that the average
(|r(qy)|?) must increase quadratically with N in order to produce a mean differential reflection coefficient that
is independent of N. This is indeed found to be the case for the examples studied.

An example of the surface profile function H(r) and its derivative calculated by the approach proposed here
is plotted in Fig. 1 for the case of a circular uniform diffuser defined by Eq. (22). The parameters used in
generating these functions were 6,, = 20°, b = 200\, and N = 20. In addition, we set bp = 0 in Eq. (17).
Due to the form of f(v) given by Eq. (23) each slope a,, is positive, with the result that the surface increases
monotonically with increasing r.
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Figure 1. Numerically generated surface profile function H(r) (a) and its derivative (b) for a two-dimensional surface
that acts as a circular band-limited uniform diffuser. The parameters employed are 6,, = 20°, b = 200\, bp = 0, and
N = 20.

Figure 2. The mean differential reflection coefficient for scattering from a circular uniform diffuser estimated from
N, = 8000 realizations of the surface profile function for the case of normal incidence. The parameters employed are
0 = 20°, b = 200X, bp = 0, and N = 200. The dashed curve is a plot of the function given by Eq. (22).

In Fig. 2 we present a plot of (OR/0)s) as a function of 6, for this circular uniform diffuser obtained by
the approach proposed in this paper. The parameters used in obtaining the result plotted in this figure were
the same as those assumed in obtaining the surface profile function plotted in Fig. 1. The results obtained
for N, = 8000 realizations of the surface profile function were used in calculating the average indicated in Eq.
(28). We see from this figure that the random surface generated by our approach indeed acts as a band-limited
uniform diffuser. There is no scattered intensity for scattering angles larger than 20°, and the cutoff is very
sharp. For values of 65 in the interval 0 < 65 < 20° the scattered intensity is very closely uniform.



2000 0.40
()
1500 1
<
= 1000 1 |
T 0.30
500 .
[Iz/)
D
0 X o020 i
0.8 o
() Qo
0.6 i
5
£ 04 i 0.10 ]
T
o
0.2 .
0.0 ‘ : : 0.00 L w
1000 2000 3000 4000 30 60 90
I/ 8, [deg]

Figure 3. Numerically generated surface profile function H(r) (a) and its derivative (b) for a two-dimensional surface
that acts as a Lambertian diffuser. The parameters employed are b = 200\, bp = 0, and N = 20.

Figure 4. The mean differential reflection coefficient for scattering from a two-dimensional Lambertian diffuser estimated
from N, = 15000 realizations of the surface profile function for the case of normal incidence. The parameters employed
are b = 200\, bg = 0, and N = 200. The dashed curve is a plot of the function given by Eq. (24).

In Fig. 3 we have plotted an example of the surface profile function H(r) and its derivative calculated
by the approach proposed here for the case of a Lambertian diffuser defined by Eq. (24). The parameters
used in generating these functions were b = 200\, by = 0, and N = 20. Again, due to the form of f(v) given
by Eq. (25), each slope a, is positive, and as a result the surface increases monotonically with increasing
r. A plot of (OR/0Qs) as a function of #; for the Lambertian diffuser obtained by the approach proposed
in this paper is presented in Fig. 4. The parameters used in obtaining the result plotted in this figure were
the same as those assumed in obtaining the surface profile function plotted in Fig. 3. The results obtained for
N, = 15000 realizations of the surface profile function were used in obtaining the average appearing in Eq. (28).
The random surface generated by our approach is seen to act as a Lambertian diffuser: the mean differential
reflection coefficient follows the cosine law given by Eq. (24) very closely.

Several comments need to be made concerning the calculations that led to Figs. 2 and 4. If the coefficients
{a,}, and hence the surface profile function H(r), are obtained by a straightforward application of the rejection
method to the pdfs f(v) given by Eqs. (23) and (25), a fraction of the surfaces generated possess regions
in which several consecutive a, are very small, namely smaller than 1072. The presence of such practically
horizontal regions on the surface gives rise to a peak in the mean differential reflection coefficient in the immediate
vicinity of the specular direction 8; = 0°. To eliminate this peak, as a particular realization of the function
H(r) was being generated, the differential reflection coeflicient at s = 0° was calculated, and if its value
exceeded 2max(OR/0);) that surface was discarded. Although this procedure alters the statistics of the resulting
surface from the statistics defined by the pdf f(v), the altered statistics produces a surface with the desired
scattering properties, and can be used in fabricating surfaces on photoresist with these properties. The coherent
interference of the waves scattered from symmetric regions of the surface also contributes to the peak in the
specular direction. This contribution can be eliminated by making the surface large enough. In addition, in the
case of the Lambertian diffuser, a fraction of the surfaces generated possess regions in which several consecutive
a, are almost equal to unity. The presence of such regions on the surface gives rise to a peak in the mean
differential relection coefficient in the immediate vicinity of the grazing direction. This peak, however, can also
be eliminated by using larger surfaces.



To fabricate surfaces of the type considered here, we begin with the function h(p) that constitutes a re-
alization of the required random process, constructed according to Eqgs. (16), (17), and (21). We define the

function
Or(p) = —Kh(p). (29)

With an appropriate choice of the constant s, 8 (p) can be interpreted as an angle [i. e. ¥ must have suitable
dimensions and be chosen in such a way that 65 (p) < 27].

A disk-shaped mask is constructed as depicted in Fig. 5. The transparent sector is defined by the condition
On(p) <6 <0, (30)

where 6, is a constant greater than [, (p)]

max’

Figure 5: The disk-shaped mask employed in the fabrication of a circularly symmetric random surface.

To fabricate the circularly-symmetric surface, a well-corrected optical system is employed to form a demagni-
fied image of the mask on a photoresist-coated plate, as shown in Fig. 6. It is assumed that the radial structure
of the mask is resolvable.

The rotating photoresist plate is exposed for a time T, during which it executes a large integer number of
revolutions. The total exposure of the plate should be rotationally symmetric, with a radial dependence of the

form
0y — Ou(r)
2T ’

E(r) = KT, (31)



where 0y (r) is a scaled version of the function 6,(p), and K is a constant related to the sensitivity of the
photoresist and the intensity of the illumination.

The exposure of the plate can be put in the final form
E(r) = Eo + aH(r), (32)

where Ey and « are constants that can be adjusted with the shape of the mask and the exposure time.
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Figure 6: Schematic diagram of the setup proposed for the fabrication of a circularly symmetric random surface.

With this arrangement, the total radial exposure is proportional to a scaled version of the original random
profile h(p) and, thus, has suitable statistical properties. Assuming that the relation between exposure and
resulting height on the surface is linear, the developed surface will have the desired properties. Moreover,
characterized nonlinearities of the photoresist response may be taken into account by prescribed deformations
of the mask illustrated in Fig. 5.

In conclusion, we have proposed a method for generating a two-dimensional random Dirichlet or Neumann
surface that when illuminated normally by a scalar plane wave scatters it with a prescribed circularly symmetric
distribution of intensity. We have illustrated this method by applying it to the design of a surface that acts
as a band-limited uniform diffuser for scattering angles within a circular region, as well as a two-dimensional
surface that acts as a Lambertian diffuser. We have validated this method by computer simulations, and have
described a procedure for fabricating such surfaces on photoresist.
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We propose a method for designing a one-dimensional random perfectly conducting surface which,
when illuminated by a plane wave, scatters it with a prescribed angular distribution of intensity. The
method is applied to the design of a surface that scatters light uniformly within a specified range of
scattering angles, and produces no scattering outside this range. It is tested by computer simulations,
and a procedure for fabricating such surfaces on photoresist is describ302 American
Institute of Physics.[DOI: 10.1063/1.1495900

In a recent series of papers the present authors and theaipefficient which, in the case of normal incidence, is given
colleagues have presented a method for designing ondy*
dimensional random surfaces that scatter light in a specified
mannert? This method is based on expressing the random <§> 1l o f dx f duexp(i

. ; ! 1 qu)
surface profile function as a superposition of equally spaced d0s/ Ly 2mc —w
trapezoidal grooves, whose statistically independent random . ,
amplitudes are drawn from a probability density function X(exp(iauf’(x1))), 1
(PDP) that is determined in such a way that the mean intenwherelL, is the length of thex;-axis covered by the random
sity of the scattered light has the specified angular distribusurface,q=(w/c)sin 6, where 6, is the angle of scattering
tion. It has been shown that such surfaces can be fabricatefleasured clockwise from theg-axis, and a=(w/c)(1
on photoresist;” to produce the specified angular distribu- + cosg,). The angle brackets denote an average over the en-

—o0

tion of the intensity of the scattered light. o semble of realizations of(x;). We now define a set of
In this letter we present a method for designing a oneequally-spaced points along thg-axis byx,=nb, whereb
dimensional random surface that scatters light in a prescribeid a characteristic length am=0,+1,=2,.... The surface

manner, that is simpler to implement, both theoretically andprofile functionZ(x,) is then given by

experimentally than the method of Refs. 1 and 2. Like the

latter it is based on the geometrical optics limit of the Kirch- ~ §(X1)=apX;+bn; nb=x;<(n+1)b, @
hoff approximation for the scattering sfpolarized light in-
cident normally on a perfectly conducting surface. This
method is illustrated by applying it to the determination of a
surface that scatters light uniformly within a specified range  f(y)=(8(y—a,)), (3

of scattering angles, and produces no scattering outside this )
range(a band-limited uniform diffuser It is tested by rigor- 1S independent oh. In order that the surface be continuous
ous computer simulation calculations. Finally, we indicate®t X1=(n+1)b, the relation

how_ the kinds of surfac_:es generated by our approach can be bys1=b,—(n+1)(a,.,—a,)b ()
fabricated on photoresist.

The physical system we initially consider consists of must be satisfied. From this recurrence relation{thyg can
vacuum in the regiox;>{(x;) and a perfect conductor in be determined from a knowledge of thie,}, provided that
the regionx3<Z(x;). The surface profile functiog(x;) is  an initial value, for example, that diy, is specified. It is
assumed to be a single-valued functiorxgthat is differen-  convenient to choosky=0, and we will do so in what fol-
tiable, and constitutes a random process. The surface lows.
={(x,) is illuminated from the vacuum region by an The double integral in Eq(l) can now be evaluated,
s-polarized plane wave of frequenay whose plane of inci- with the result
dence is thex;xs-plane. )

Our starting point is the geometrical optics limit of the <£> - 1 ( —sinfs )

: &)
Kirchhoff approximation for the mean differential reflection d6s/  1+cosfs | 1+cosbs

where the{a,} are independent random deviates. Therefore,
the probability density function od,,,

0003-6951/2002/81(5)/798/3/$19.00 798 © 2002 American Institute of Physics
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) ) FIG. 2. The mean differential reflection coeffici€aR/d6s) estimated from
FIG. 1. () A segment of the surface profile functidifx,) for the case ofa  N,=20000 realizations of perfectly conducting surface profits=20°,
band-limited uniform diffuser(b) The derivative;’(x;) of this surface pro-  b=22 um, A=632.8 nm.
file function.

Thus, we find that the mean differential reflection coefficientd'mens'on""I perfectly conducting random surface designed

is expressed in terms of the PDF of the random de\agte :Zir?gttj asba bamngg'nms'tegfun:IOLTOS'SﬁUSC%rmW'm:‘; Zgir’nﬁlba- tion
We now make the change of variable sif(1+cos6y) y 9 b

o B : S calculations that take into account multiple-scattering pro-
=tan(#42) = and obtain from Eq(5) thatf(y) is given by cesses of all orders. We see that the surface displays the

2 JR scattering property for which it was designed for both polar-
f(y)= 1+—y2<£>(_ V). izations of the incident light.

° In Fig. 3 we present the results of a rigorous computer
It should be noted that this result does not depend explicithsimulation calculation of 9R/965) as a function ofé, for
on the wavelength of the incident light. A long sequence ofs-polarized light incident normally on a one-dimensional
{an} is then generated, for example, by the rejectionrandom silver surface designed to act as a band-limited uni-
method? and the corresponding sequencelof} is obtained  form diffuser with 6,,= 20°. Results are presented for three
from Eq. (4). The surface profile functioti(x,) is then con-  wavelengths of the incident lighta) A =632.8 nm(He-Ne
structed on the basis of EQ). lase); (b) A =532 nm(the second harmonic of the YAG la-

We illustrate this approach by applying it to the designsey: (c) A =442 nm(He-Cd lasex. These wavelengths cover

of a random surface that gives rise to a mean differentiajhe entire visible region of the optical spectrum. We see that
reflection coefficient that is a constant in the angular intervabyen when the scattering medium is a finitely conducting
|0s|<On<m/2, and vanishes fof6s|> 6, (a band-limited metal, a surface ruled on it in accordance with B3, (4),
uniform diffusey,

IR\ 6(6n—16) _ 6(ym—|¥]) @)
904 26, 4tan Ly,
. N _ _ 1.8
where 6(z) is the Heaviside unit step function ang, o l I l l ‘ '
—tan(g,/2). We find from Eq(6) that the PDF of,, is given 161 ]
by 14 Bt ey l T
1 6ym—1) 2T ! ]
{5 T 117 ® Aol ]
tan Ly, ty § or —o— 2=0.633 um
—o— A=0.532
A segment of the surface profile functidifx,) and its de- v 08 - —— 2=0.442 ﬁ: ]

—- — ideal distribution .

rivative calculated by the approach proposed here are plotted 06 F
in Figs. 1@ and Xb), respectively. The parameters used in [

generating these functions wefig,=20° andb=22 ym. 04

Although the derivation of the PDE(y) given by Eq. 02
(6) was based on a single-scattering approximation and the 0.0 . ! L -
assumption of-polarization, the random surfaces generated -40 30 -20 -10 0 10
by its use retain the scattering properties for which they were 8, [deg]

designed when multiple scattering is taken into account and

the InCIC.]ent. light isp-polarized. To demonStrate this, we FIG. 3. The mean differential coefficieqtyR/d6,) estimated fromN,
present in Fig. 2 plots ofdR/d6,) as functions offs for the  _ 40000 realizations of metallic surface profiles $Apolarization: 6,

scattering of bothp- and s-polarized light from a one- =20°,b=22um.
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E(x1) =Eo+ al(Xy), (12)

whereEy=Klyd/v and a=Kly/v. This expression shows
that the exposure has a linear dependence on the heights of
the numerically generated realization of the surface profile
function. Assuming that the relation between exposure and
height is linear, the surface on the developed plate will have
the desired properties. Note also that the vertical scale of the
resulting profile can be adjusted throughand the speed of

the scan.

Thus, in this letter we have presented a method for gen-
erating a one-dimensional random surface that scatters light
incident normally on it in such a way that the angular depen-

incoherent dence of the intensity of the scattered light has a prescribed

Hlumination form. This method is simpler to implement than the one used
FIG. 4. Schematic diagram of the proposed experimental arrangement fdf our earlier studies of the same pr0b|é’l2f'|A|th0Ugh it is
the fabrication of surfaces witf(y) given by Eq.(6). The mask is imaged based on a single-scattering approximation, for scattering
on the photoresist plate, which is then scanned along from a perfectly conducting surface, we have shown by rig-

orous numerical simulation calculations that the surfaces
and(8) still acts as a band-limited uniform diffuser, although generated by this approach yield the desired scattering pat-
with a weak dependence of the scattering pattern on theern for bothp ands polarizations of the incident light, when
wavelength of the incident light. We attribute this depen-multiple scattering is taken into account, and when the per-
dence to the strong wavelength dependence of the dielectrfect conductor is replaced by a finitely conducting metal as
function of silver in the range of wavelengths considered. well. In addition, we have shown that the resulting scattering

We conclude this paper by describing the manner inpatterns are virtually independent of the wavelength of the
which one-dimensional surfaces of this kind can be fabriincident light over a broad spectral range. Finally, we have
cated on photoresist. First, a single realization of a profiledescribed a procedure for fabricating such surfaces on pho-
function Zy(x), generated in accordance with E@8), (4), toresist.
and (6), is used to fabricate a slit of variable width in the
manner shown in Fig. 4. A good quality optical system is The research of three_ of the auth¢fsA.L., A.A.M., and_
used to form an incoherent, demagpnified image of the slit of.-R-M) was supported in part by Army Research Office

the photoresist plate. Assuming that the object is resolvabl srant No. 19-99-1-0321, and that of two of the_ authors
we express the intensity image on the photoresist plate as J:-M--L- and E.E.G.-G.was supported by scholarships from

CONACYT (México).
[(X1,X2) =1g O(Xa+d) O[{(X1) — Xz], 9

wherel g is a constant, the coordinatesandx, are fixed on
the plate, and/(x;) is a scaled version of the mask profile
{o(X). The plate is then scanned in tke direction at speed
v, producing a total exposure of the form

photoresist
plate
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Photofabrication of random achromatic optical
diffusers for uniform illumination

Eugenio R. Méndez, E. Efrén Garcia-Guerrero, Héctor M. Escamilla,
Alexei A. Maradudin, Tamara A. Leskova, and Andrei V. Shchegrov

We propose a method of designing two-dimensional random surfaces that scatter light uniformly within

a specified range of angles and produce no scattering outside that range.
Then a procedure for fabricating such structures on photoresist is

means of computer simulations.

The method is first tested by

described, and light-scattering measurements with the fabricated samples are presented. The results
validate the design procedure and show that the fabrication method is feasible. © 2001 Optical Society

of America
OCIS codes:

1. Introduction

In many practical situations it is desirable to have
optical diffusers with specific light-scattering proper-
ties. In particular, a nonabsorbing diffuser that
scatters light uniformly within a range of angles and
produces no scattering outside this range constitutes
an attractive and useful optical element. We call
this a band-limited uniform diffuser. Such an ele-
ment would have applications, for example, in pro-
jection systems, in which it is important to produce
even illumination without wasting light. Among
other things, a band-limited uniform diffuser can also
be useful in microscope illumination systems, the fab-
rication of displays and projection screens, and Fou-
rier transform holography.
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The design of band-limited uniform diffusers has
been considered by several authors in the past.
Using a two-level random height distribution on a
surface, Kurtz! proposed a method for producing
quasi-band-limited diffusers. An improvement was
reported by Kurtz et al.,2 who used a method based on
the fabrication of deterministic microelement arrays
with the appropriate slope distribution. A few years
later, Nakayama and Kato? considered the case of
pseudorandom diffusers, and Kowalczyk* reported
some theoretical considerations on the more general
random case.

More recently, diffractive optical elements that
scatter light uniformly over specified angular regions
have become commercially available.> These ele-
ments, however, are not random and possess the de-
sired characteristics over only a relatively narrow
range of wavelengths. In other words, they are not
achromatic.

Another kind of diffuser, whose design is based on
a randomized microlenslet concept, is also produced
commercially.6 Although these holographic light-
shaping diffusers are achromatic and posses charac-
teristics that approximate the desired ones, the
scattering distribution they produce is not uniform,
and they do not have a well-defined maximum angle
of scattering.

Despite the interest in the subject, until recently
there were no clear procedures reported in the liter-
ature for designing and fabricating random surfaces
that behave as band-limited uniform diffusers, and it
was unclear what kind of surface statistics were re-
quired for the production of such an optical element.
Following previous work with one-dimensional sur-



faces,” in this paper we address these questions for a
particular case of two-dimensional surfaces and pro-
pose an optical technique for fabricating diffusers
with the desired characteristics. For simplicity, in
the theoretical treatment we illustrate the ideas by
considering first the scattering of a scalar wave from
a random, impenetrable surface on which the Dir-
ichlet boundary condition is satisfied. Initially the
analysis is based on the Kirchhoff approximation, but
we later adopt the thin-phase-screen model to extend
the applicability of the analysis to other situations,
such as that of the transmission of light through a
dielectric diffuser. Working within this framework
and further simplifying the results by taking the
geometrical-optics limit, we propose a method for de-
signing and fabricating achromatic, random optical
diffusers with special characteristics. The results
are validated by means of computer simulations as
well as by the experimental realization of such dif-
fusers.

The paper is organized as follows. First, in Sec-
tion 2, we review some basic concepts of scattering
theory in the Kirchhoff approximation and the thin-
phase-screen model, taking the geometrical-optics
limit. In agreement with other authors,2 we find
that the original problem of fabricating random band-
limited uniform diffusers can be recast as that of
generating random surface profiles with a rectangu-
lar probability density function (PDF) of slopes.
Then, in Section 3, we address the problem of gener-
ating random profiles with the desired properties.
The approach is tested first by means of the numer-
ical simulations that are presented in Section 4.
The proposed fabrication procedure is described in
Section 5, in which we also present representative
experimental results. Finally, in Section 6, we
present our main conclusions.

2. Kirchhoff Approximation and the Thin-Phase-Screen
Model

We approach the scattering problem in a formal way,
by considering first the scattering of a scalar wave
from a two-dimensional random surface that is de-
fined by the equation x; = {(x)), where x = £;x; +
X949, with £; and £, unit vectors in the x; and the x,
directions, respectively, is a position vector in the
plane x3 = 0. The region x3 > {(x)) is vacuum, and
the region x3 < {(x)) is an impenetrable medium. It
is assumed that the Dirichlet boundary condition is
satisfied on the surface x3 = {(x). The surface-
profile function is assumed to constitute a random
process, but not necessarily a stationary one. The
surface is illuminated from the vacuum side by an
incident field given by

Y(X)ine = Wo explik - x| — ia(ky) x5], 1)

where x = (x;, xg, X3), kn = (k1, k3, 0), 0‘0(]?3“) = [((1)/0)2 -
kuz]l/ 2 and o is the frequency of the incident field. A
time dependence of the form exp(—iwt) is assumed,
but explicit reference to it is suppressed.

The scattered field in the far field can be written in
the form

o d2
P(X)se = j ﬁR(quH)exp[qu ‘X +iag(g)xs], (2)

where the two-dimensional wave vector q; = (g4, g2,
0), aolg) = [(w/c)®> — g*]"/?, and the scattering am-
plitude R(qk) is given by

1 (- o
R(qk) = 72ia0( ) f d2xu’ exp[—iq; X

—%

- iao(‘]n)z;(xu,)]F(Xu,)- 3)

Infinite limits are used to indicate that the region of
integration is large in comparison with the wave-
length and the lateral scale of the irregularities of the
surface. In the Kirchhoff approximation, which we
adopt now for simplicity, the source function F(x)) is
given by

(4)

a o J
P =2~ E -y,
0x9 0xg 93 x5={(x)

—Y (" o o
R(q)k) = %(L:),[ Zx'[ajl ky+ ai ky + Oto(k)}

X exp{—i(q, — k) - x/
- i[ao(qH) + Olo(ku)]g(xur)}- (5)

After an integration by parts we may write8

R(qk) = Y Fs(qy, k) JAOO dsz’ exp[ —i(q — k) - x/

—

- ika(qHa ku)@(xu')], (6)

where

(w/c)* + ag(gpog(k) — q;- K
0‘0((1\\)[0‘0((}”) + ao(ku)]

denotes an angular prefactor® and k,(q|, k) = [ao(q))
may be interpreted as the phase acquired by the wave
on reflection from the surface.

We also note that, for small angles of incidence and
scattering, F5(q;, k) ~ —1 and &,(q, /) is practically
independent of q; and k. Although it is not really
necessary for the analysis, we use the small-angle
approximation and assume that &,(q), k) ~ 2(w/c),
which simplifies the resulting expressions and facil-
itates their interpretation. An analysis valid for
larger angles of scattering can be found elsewhere.?
With this simplification, our result takes the form
assumed by the thin-phase-screen model,’® which
provides an approximate relationship between the
surface-height variations and the phase acquired by
the reflected wave front. The thin-phase-screen

Fi(q;, k) = — (7)
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Fig. 1. Schematic diagram of the scattering geometry for (a) re-
flection by a surface and (b) transmission through a dielectric
diffuser.

model represents a good approximation when the
surface has only lateral features that are larger than
the wavelength and does not produce significant
amounts of multiple scattering. Thus, although ap-
proximate, our theoretical treatment is not limited to
the reflection geometry considered and can be applied
to other geometries and boundary conditions. So,
restricting our attention to the region of applicability
of the thin-phase-screen model, we can consider a
variety of situations. In particular, our results can
be applied to the case of reflection by a metallic sur-
face or transmission through a slab of transparent
dielectric material with one rough interface (see Fig.
1). For small angles of incidence and scattering, the
phase introduced by the diffuser in the thin-phase-
screen approximation is given by!!

(O]

b(x)) = k(X)) =a . =), (8)
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with

2 in reflection
a = . .. ’ (9)
(ng — n,) in transmission

and where n, is the refractive index of the material of
which the slab is made and n is that of the surround-
ing medium (normally air). Within this model, we
can write

R(qyfk) = ko J.x d*x) exp[—i(q, — k) - x//

—0

— ik Lx)], (10)

where k is a constant that accounts for the average
reflectivity or transmissivity of the sample. This ex-
pression represents our basic starting equation that
relates the surface profile with the angular spectrum
of the scattered field.

At this stage, we restrict our attention to the case
in which {(x)) = {;(x;) + {s(xy), where {;(x;) and
{o(xy) are statistically independent random pro-
cesses. Then we can write

R(qylky) = Yok R1(q1lk1) Ro(qsl k), (11)
with

Rj(qj|kj) = J.oc dxj eXp[_i(qJ‘ - kj)xj - ikaCj(xj)], (12)

forj =1, 2.

The mean differential reflection coefficient (4R/
dQ) is defined as the fraction of the total time-
averaged incident flux that is scattered into the
element of solid angle d(), about a given scattering
direction. In terms of R(qk)), it is given by

< R > 11 w/e ad(g)
aQs N’o‘z Lle (277)2 ao(k”)
where L, and L, are the lengths of the surface along
the x; and the x, directions, respectively. In our

small-angle approximation, the mean differential re-
flection coefficient may be written as

ﬁ ~ |k |2 I1(q:|k1) I5(qalks)
0,/ " NL, AL,

(IR(q)k)*), (13)

(14)

where we have defined

Ii(g;lk;) = (IR (q;|k)). (15)

By noting that the resulting expressions for
I,(q4|k,) and I,(go|ky) are formally identical for the
two independent directions, we focus our attention on
integrals of the form

Lig k) =J“ dx; f " day expl—ilg; — k))(x; — x,)]

—

X (exp{—ik,[L;(x;) — §i(x;)]}). (16)



To simplify the notation, we omit the subindices in
these generic expressions. With the change of vari-
ables x’ = x + u, Eq. (16) becomes

Iglk) = J' dx f du expli(q — k)u]

—®

X (exp{—ik,[{(x) — L(x + w)]}). (A7)

Let us assume, for the moment, that the surface is
statistically stationary. The average in Eq. (17) is
then independent of x, and we can write

I(qlk) =L Jlx du expli(q — k)ulg(u),  (18)

—o

where we have defined

8(w) = (exp{—ik,[{(x) — L(x + w)]}). (19)

We are interested, for example, in having a uniform
scattering distribution in the range —6,, < 6, — 6, <
0,,. Inthat case, we would seek an I(g|k) of the form

Iy =K vect| 2 %) g 1 peet{1 75
q|R) = 20, rec 2, %, rec 2, »

(20)

where q,,, = (w/c)sin 6,,,, K represents a constant with
appropriate dimensions, rect represents the rectan-
gle function,!? and we have used the assumption that
the angles of incidence and scattering are small. It
is now clear, from Eq. (18), that the desired intensity
distribution requires g(«) to be a sinc function.

We obtain the geometrical-optics limit by express-
ing the difference {(x) — {(x + u) in Eq. (19) in powers
of u and retaining only the leading nonzero term.
We find that

g(u) = (exp[—ik,ul'(x)]),
which leads to

(21)

Iglk) = L f " dulexpl—ik,ul’ (x)Dexplilg — k)u]

2wL q—Fk
=——p.|l—
k., €< k., )

where P, (x) represents the PDF of slopes on the
surface. For small angles of incidence and scatter-
ing we have that

2nL 6, — 0
I(gl|®) *kpg(a())-

a

(22)

(23)

These results show that the approximate form of Eq.
(20) would be satisfied if the PDF of slopes had a
rectangular shape. Because the random process
that results by differentiation of a Gaussian random
process is itself Gaussian, the statistics of the re-
quired profile cannot be Gaussian, at least within the
geometrical-optics approximation. Furthermore, if

we assume that {(x) is a Gaussian random process,
the average entering Eq. (19) may be written as

g(w) = exp{—8k,’[1 — cW)]},

where 8 represents the standard deviation of heights
on the surface and c(u) is the normalized height cor-
relation function. We note that g(u) is always posi-
tive and, thus, even with a physical optics treatment,
Eq. (20) cannot be satisfied when {(x) is a Gaussian
random process.

The result given by Eq. (22) shows that, in the
geometrical-optics limit, our original problem can be
restated as that of generating a random process, {(x),
whose PDF of slopes is a rectangle function.

(24)

3. Design of the Diffuser

With this motivation, we consider non-Gaussian sur-
faces and address the problem of generating a profile
with a rectangular PDF of slopes. Also, for general-
ity, we relax the restriction of stationarity of the sur-
face. Returning to Eq. (17) and taking the
geometrical-optics limit, represented by Eq. (21), we
write

Iglk) = f dx f du expli(g — B)u]

—o0

X {exp[—ik,ul' (x)]). (25)

Because {(x) has been assumed to be nonstationary,
we cannot assume that {'(x) is a stationary random
process. The average (exp[—iau{'(x)]) therefore has
to be assumed to be a function of x, and we cannot
carry out the integral over x to yield L, as we did
when {(x) was assumed to be stationary.

To evaluate the average in relation (25), we begin
by expressing the surface-profile function in the form

©

(x) = 2 ¢s(x — 2b), (26)

j=—x

where the {c;} are positive, independent, random de-
viates. The function s(x) is defined as (see Fig. 2)

0 forx=—-(n+1)b

—-n+1)H—-mx for—(n+1)b<x<-nb
s(x) =\—H for —nb=x=nb

—(n+1)H+mx fornb<x<({n+1)b

0 for(n+1)b=x

)

(27)

where n is a nonnegative integer, H represents a
height, b denotes a characteristic length, and m =
H/b is a characteristic slope. We note that the func-
tion s(x) defined by Eq. (27) is the negative of the
function s(x) defined in Ref. 7. Another difference is
that in Ref. 7 the {c;} were chosen as zero-mean ran-
dom deviates, whereas in this paper we assume that
these numbers are positive random deviates. The
present choices are determined by the fabrication
process, which is described in Section 5.
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Fig. 2. Functions s(x) and d(x) for the case n = 2.

The derivative of the surface-profile function {’(x)
is then given by

0

{'(x)= > cdlx — 2jb), (28)
j=—o
where
0 forx=—-(n+1)b
—-m for—(n+1)b<x<-—-nb
d(x) = for —nb =x=nb , (29)

0
m fornb<x<(n+1)b
0 for(n +1)b=x

The functions s(x) and d(x) are shown in Fig. 2.

When the PDF of the c;, f(y), is known, a long
sequence of the random numbers {c;} can be gener-
ated by, e.g., the rejection method.’® Then, from this
sequence, the surface-profile function {(x) and its de-
rivative {'(x) can be obtained according to Egs. (26)
and (28), respectively.

The average (exp[—ik,ul'(x)]) can now be written
as

(explik, ul'(x)]) = <exp[ikau i c;d(x — 2jb)}>

Jj=—o

= <ﬁ explik,uc,d(x — 2jb)]>

= ﬁ (explik,uc;d(x — 2jb)]),  (30)

j:—oc

where we have used the independence of the {c;} in
the last step. The crucial point in the present der-
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Fig. 3. Illustration of the sum represented by Eq. (28) withn = 1.
At any one of the segments of length b shown in the figure there is
only one nonzero contribution to {'(x).

ivation is that, with our choice of d(x), for any value
of x, only one factor in the infinite product on the
right-hand side of Eq. (30) is different from unity.
This is a direct consequence of the form chosen for
the function d(x), a situation that is illustrated in
Fig. 3.

Indeed, we find that, in the intervals 2jb < x —
nb < (2j + 1)b,

(explik,ul'(x)]) = (exp(ik,umc;))

=rﬂwm%me@D

—%

whereas in the intervals (2j — 1)b < x + nb < 2jb,

(explik,ul'(x)]) = (exp(—ik,umc;))

= .[x f(y)exp(—ik,umvy)dy. (32)

—%



It follows from Eqs. (31) and (32) that relation (25)
can be rewritten as

I(glk) = >, J.(zjﬂ)b dx fm du expli(g — k)u]

7 Vo —o

x J F(yexp(ih,umy)dy

2jb *
+> .[ de‘ du expli(q — k)u]
7 dgj-1e —o

x J " foyexp(—ik umy)dy. (33)

—%

Because the integrand in each integral over x is in-
dependent of x, the sum over j of each integral over x
gives L/2. Thus we obtain

L % o
I(glk) = 2[ du expli(g — k)u] f f(y)lexp(ik,ymu)

+ exp(—ik,ymu)]dy. (34)

When the orders of integration are changed, Eq. (34)
becomes

I(g|k) = =L f " Ay (DG — k + koym)

—0

+3(q — k — k,ym)]

@l | [k—q qg—k
gy s |

When the results given by Eqs. (35) are substituted
into approximation (14), we find that, for small angles
of incidence and scattering, the mean differential re-
flection coefficient is given by

R e 1 ki—q1 q1— k1
<8QS> = Ikl 2am, [ﬂ( k,m, ) +f1( k.m, )]

1 ks —q, qs — ks
. 2am, [ 2( koms ) +f2< komy )} , (@86)
where the subindices (1, 2) indicate quantities along
the directions £; and £,. Thus we have obtained the
result that, in the geometrical-optics limit, the mean
differential reflection coefficient is determined by the
PDF f(y) of the coefficients c; entering the expansions

(26) and (28). For small angles of incidence and
scattering we can write

oR 2 1 e10 B els els B e10
—)= +
<6Qs> o 2am; [fl( am;, f am,

1 090 — Oq 0y — 0
% |:f2( 20 2 ) + f2< 2 20>:| , (37)
2am,, amsy amg

where 0;, and 6,5, are the angles that the incident
wave vector makes with the x; and the x, axes, re-
spectively, and 6., and 6,, are those of the scattered
wave vector.

From this result we find that if we wish a constant
value for (dR,/0(),) for —6,,, < 0;, — 619 < 0,,, and
=0, < 0y — 059 < 05,,, subject to the restriction that
f(y) is nonzero for y > 0, so that each c; is a positive
number, we must choose

fly) = rect(v - ;) , (38)

because with this choice for f(y) we obtain

GR | |2 1 t 910 - 913 1
— )= rect| ——— — =
ION Ko 2am; am;, 2

2am,, ams 2
+ rect(ezsa_mz620 — ;)] (39)
~ o [Zelm : ct(egelm@ls)}
X {2612,,1 rect(%;e_zrfzs)} , (40)

where we have made the identifications 6,,, = am;,
and 0,,, = am,.

4. Numerical Simulations

The theory presented in the preceding sections was
first tested by means of a computer simulation ap-
proach in which perfectly conducting surfaces were
used. The simulation is based on the application of
the Kirchhoff boundary conditions, which result in
the scattering amplitude expressed by our Eq. (5).
Randomly rough surface profiles and their deriva-
tives were generated numerically, from the procedure
represented by Eqs. (26) and (28), with the functions
s(x) and d(x) given by Egs. (27) and (29) and the PDF
of the random numbers c; given by Eq. (38). In Fig.
4 we show, as an example, a realization of a one-
dimensional sample profile and its derivative. The
mean differential reflection coefficient was estimated
from Egs. (5) and (13) with a large number of such
profiles.

For simplicity, we consider first the scattering by
one-dimensional surfaces; that is, surfaces that
present height variations along x; and are invariant
along x,. In Fig. 5, we show an example of an esti-
mated mean differential reflection coefficient for the
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Fig. 4. Numerical generation of a surface profile and its deriva-
tive. The parameters used are b = 60 pm,n = 1, and 6,, = 2h =
8°.

case of normal incidence, averaged over 6000 realiza-
tions of the surface-profile function. It can be seen
that the scattering distribution is close to the desired
result. There is almost no light outside the range
—0,, < 6, < 6,,, and, apart from a small peak in the
direction 6, = 0, the distribution is fairly uniform. It
should be pointed out that the peak is part of the
incoherent component; the coherent component was
also estimated with the simulation and is negligible
in this case. As we discuss below, the peak is a
diffraction effect that is not present in our theoretical
results because our analysis is based on a
geometrical-optics approximation.

Let us consider the result expressed by Eq. (39).

10
6,=0°
8 a ()
Aill
g 6-
<
4
Ise)
\
2 —
0 T T T T I
-30 -20 -10 0 10 20 30

Scattering Angle [deg]

Fig. 5. Mean differential reflection coefficient estimated from
N,, = 6000 realizations of the surface-profile function for the case
of normal incidence and a wavelength A = 0.6328 pm. The pa-
rameters used are b = 60 pm, n = 1, and 0,, = 2m = 5°. The
sampling on the surface was Ax = \/5, and the size of the surface

was L = 2000\.
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Fig. 6. Same as Fig. 5 but with random deviates c; for the gen-
eration of the surface along x, drawn from the distribution given by
Eq. (41) with € = 0.01. The illumination wavelengths are (a) A =
0.6328 wm, (b) A = 0.532 um, and (c) A\ = 0.442 pm.

In the geometrical-optics limit, the scattering distri-
bution consists of two rectangular distributions, and
it is clear that diffraction effects will smooth these
two contributions to the scattering pattern. The
peak observed along 6, = 0 in the scattering distri-
bution shown in Fig. 5 is due to the overlap of the tails
of the two distributions predicted on the basis of geo-
metrical optics. This unwanted effect can be cor-
rected by use of random numbers c; for the generation
of the surface, drawn from a distribution of the kind

fly) = rect{y — (; + eﬂ s

where € is a small constant. In our approximation,
the scattering distribution is then given by

BR 1 610 - 613 1
—)= rect| —— — |- +e
6615 26lm 6lm 2

0, — 0 1
+rect1710— —+ €
01, 2

This scattering pattern consists then of two contri-
butions of rectangular form [nonzero in the ranges
=01, + €01,,) =01, — 019 = —€b;,, and €64,, = 6, —
010 = (04, + €84,,)], separated by a gap of angular
width 2€6,,, about the specular direction.

In Fig. 6, we present computer simulation results

(41)

] . (42)
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Fig. 7. Realization of a two-dimensional surface profile, {(x) =
{1(x1) + Lolxg), with by = by = 60 pm, 2y = ny = 1,and 04, = 05, =
5°.

for the estimated mean differential reflection coeffi-
cients for surfaces we generated by using the PDF of
the random numbers c; given by Eq. (41) with e =
0.01, 6,, = 5°, and three different wavelengths. Let
us consider first the results presented in Fig. 6(a),
which correspond to a wavelength A\ = 0.6328 pm.
The main difference between the distribution given
by Eq. (42) and the results shown in Fig. 6(a) is that
in the numerical results the two sections of the scat-
tering distribution are not separated, as the theoret-
ical analysis predicts. The overlap between the
distributions is due to diffraction, and its relative
importance is determined by the characteristic
length b, the wavelength A, and the value of e.
Therefore it is always possible to choose an appropri-
ate € to obtain an approximately flat scattering curve,
as has been done in this case. Also in Fig. 6, we
present calculations for the wavelengths A = 0.532
pm [Fig. 6(b)] and A = 0.442 pm [Fig. 6(c)]. These
results show that the optimal € does not change much
as a function of the wavelength and that the diffusers
are fairly achromatic. This fact constitutes an ad-
vantage of this kind of refractive (or reflective) dif-
fusers over diffractive ones.

An example of a realization of a two-dimensional
profile, {(x)) = {;(x;) + {a(x5), With {;(x;) generated on
the basis of Eq. (26), the function s(x) given by Eq.
(27), the PDF of the random numbers c; given by Eq.
(41), 04,,, = 84, = 5°, and € = 0.01, is shown in Fig. 7.
The mean differential reflection coefficient estimated
from N, = 2000 realizations of such surfaces (only
larger) is shown in Fig. 8 as a function of the two
scattering angles 6,, and 0, for the case of normal
incidence. It can be seen that the scattering distri-
bution is close to the desired result. There is almost
no light outside the range —04,, < 01, < 64,,, —05,, <
0y, < 0s, and, inside it, the distribution is fairly
uniform. These results show that, at least under the
Kirchhoff approximation, our design approach is a
sound one.

5. Experimental Details and Results

In this section, we provide some details of the exper-
imental technique proposed for the fabrication of uni-

<oR/6Qs>

deg)
91l
-20 -15

Fig. 8. Mean differential reflection coefficient estimated from
N,, = 2000 realizations of the surface-profile function for the case
of normal incidence and a wavelength A = 0.6328 pm. The pa-
rameters used are b; = b, = 60 pm, n, = n, = 1, and 6,,, = 0,,, =
5°. The sampling on the surface was Ax; = Ax, = \/5, and the
size of the surface was L; = L, = 2000\.

form band-limited diffusers and present our main
experimental results.

We fabricated the surfaces by etching spin-coated
photoresist films deposited on glass substrates
through their selective exposure to blue light. A
schematic diagram of the optical system used for ex-
posing the plates is shown in Fig. 9. The illumina-
tion is provided by a He—Cd laser (\ = 0.442 pm). A
cylindrical condenser system is used to concentrate
the light passed through a rotating glass diffuser on
a slit, providing an illumination that is effectively
incoherent. An incoherent (normally demagnified)
image of the slit is formed by a microscope objective
on the photoresist-coated plate. In most cases we
used a X10 (N.A. = 0.25) microscope objective, but we
also present results obtained with X3 (N.A. = 0.1)
and X1 (N.A. = 0.05) objectives. The slit has an
approximate width of / = 180 pm, and its incoherent
image, of width /*, has a nearly (smoothed by diffrac-
tion effects) rectangular shape. The intensity im-
age, centered on x,, is approximately given by the
expression

Ix = x0) =1 rect(x l*x°> : (43)
where I, represents a constant.

Our first task is to produce a groove with a trape-
zoidal shape, such as the one shown in Fig. 2(a), on
the photoresist-coated plate. For this, the plate is
exposed while a constant speed scan of length b =
[*/(2n + 1) is executed. To illustrate the procedure,
we take the image of the slit centered on the origin.

cylindrical slit photoresist-coated
He-Cd lens plate
laser )
ground microscope
glass objective

¢ scan

Fig. 9. Schematic diagram of the experimental arrangement used
for the fabrication of the diffusers.
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Fig. 10. Measured profile that illustrates the experimental real-
ization of the function s(x). The profile was estimated by means
of a Dektak®® mechanical profilometer and has parameters H ~ 7
pm, b ~ 15 pm, and n = 1. The ideal profile is shown by the
dashed curve.

The exposure of the plate that is due to this distribu-
tion and the motion of the plate, of length b and time
T, may be written as

T/2
E(x) = J. I(x — vt)de, (44)

-T/2

where v = b/T represents the speed of the scan.
This equation may be rewritten as

— S

E@="2{" veot|® Jrect| X5 |ds, (45)
(x)—bjmrec brec @n + 1b s,

where we have defined E, = I,T and used approxi-
mation (43) and the change of variable s = vt. Ex-
pression (45) can be readily evaluated, giving

E(x)

0 forx=—-(n+1)b
—(n+1)E,— (E,/b)x for —(n +1)b <x < —nb
=\{—E, for —nb =x=nb
—(n+1)E,+ (E,/b)x fornb<x<(n+ 1)b
0 for(n + b =x
(46)

The similarity between this function and the func-
tion s(x), defined by Eq. (27), is evident. Therefore,
if a linear response of the photoresist (depth propor-
tional to exposure) is assumed, this procedure should
produce a groove whose shape constitutes a good ap-
proximation to the desired trapezoidal one. To test
and optimize this procedure, we fabricated several
grooves by exposing photoresist-coated plates in this
fashion. The plates were mounted on a computer-
controlled motorized stage and moved in steps of 0.1
pm for the required length 6. The plates were de-
veloped, dried, and the resulting surface profiles were
subsequently estimated by a Dektak® mechanical
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Fig. 11. Measured segment of the surface profile of a fabricated
sample. The parameters are b ~ 60 pm and n = 0.

profilometer fitted with a submicrometer stylus tip.
An example of such a measurement is shown in Fig.
10, in which we present the estimated profile of a
groove with H ~ 7 pm, b ~ 15 pm, and n = 1. For
comparison, we show the ideal trapezoidal profile,
indicated by the dashed curve. We can see that the
corners of the fabricated profile are not as sharp as
the ones in the ideal shape and that some of what
should be straight-line segments are slightly curved
(the lateral segments) or present oscillations (the bot-
tom segment). It is difficult to tell how close the
approximate and the ideal profiles need to be, but,
from the results obtained with the fabricated sur-
faces, we can say that approximate profiles of the
kind shown in Fig. 10 constitute acceptable approxi-
mations.

With the basic building block of the function s(x),
we can generate random profiles by superposing a
sequence of shifted versions of it with random
weights, as indicated by Eq. (26). Again, several
profiles were generated and characterized to test and
optimize the procedure. In Fig. 11, we present an
example of a profilometric trace of a section of one of
the samples fabricated according to Eq. (26). The
faceted nature of the surface is clearly visible in the
figure. For this particular example, we chose n = 0,
which resulted in a function s(x) of triangular shape,
rather than a trapezoidal one. The symmetric tri-
angular indentations can be clearly appreciated in
the figure.

The profilometric data is useful for refining and
establishing the fabrication procedure but, ulti-
mately, the important characteristic of a given sam-
ple is its light-scattering properties. For this
reason, angle-resolved light-scattering measure-
ments with the fabricated samples were taken with a
standard scatterometer (see descriptions in, e. g.,
Refs. 14 and 15). For convenience, the measure-
ments were taken in a transmission geometry at nor-
mal incidence. An example is shown in Fig. 12, in
which we show the scattering distribution pattern
produced by a one-dimensional photoresist surface
fabricated with the method described here. This
particular sample has b ~ 6 pm and n = 1. From
the figure we can see that the scattering distribution
is significant only in the range —10° < 6, < 10°,
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Fig. 12. Mean intensity (unnormalized differential reflection co-
efficient) produced by a sample with 6 ~ 6 um and n = 1. The
experiment was done in transmission, and the sample was illumi-
nated at normal incidence.

approximately. In this range, the pattern presents
some random oscillations with what appears to be a
fairly uniform mean value. These oscillations are
due to speckle noise, smoothed out by integration at
the detector. However, because for the lengths of
surface that we have fabricated only a few hundred
independent random numbers were used, and not all
of the facets provide a contribution to a point in the
far field, the speckle statistics of the resulting speckle
pattern could be non-Gaussian,¢ leading to larger
fluctuations. It is expected that the use of longer
surfaces, with more facets, will reduce the amplitude
of these fluctuations.

Typically, the fabricated samples produce scatter-
ing patterns that are fairly well confined to a given
angular range and they present some fluctuations in
the region in which a constant intensity would be
expected. The fluctuations, however, seem to have a
fairly constant average value. These results vali-

Fig. 13. Photograph of the transmission scattering pattern pro-
duced by a two-dimensional diffuser with 6, = b, ~ 6 pmand n, =
ny = 1.

date the proposed design and fabrication methods for
generating random band-limited uniform diffusers.
A photograph of the scattering pattern obtained
with a two-dimensional diffuser is shown in Fig. 13.
Because the response of the detector of the electronic
camera used to take this picture is not necessarily
linear, the photograph provides only qualitative in-
formation on the scattering distribution. Neverthe-
less, a region of approximately rectangular shape,
surrounded by a less intense and more isotropic dif-
fuse halo, can be appreciated in the photograph.
The halo is due to imperfections in the coating of the
photoresist plate and to a small roughness compo-
nent introduced by stray light during its exposure.

6. Summary and Conclusions

In this paper, we have studied the problem of design-
ing and fabricating achromatic nonabsorbing diffus-
ers that scatter uniformly within a range of angles
and produce no scattering outside that range. It has
been shown that, in the particular case of our sepa-
rable geometry, the original problem can be recast as
that of generating a random surface-profile function
Uxq, x9) = L4(x1) + Lo(xy) that, differentiated along
the x; and the x,, directions, obeys a rectangular PDF.
A procedure for numerically generating surfaces with
these properties has been proposed. Tests con-
ducted through computer simulations showed that
the proposed design is feasible and confirmed the
expectation that the generated diffusers would be
fairly achromatic. The technique is also well suited
for the generation of such surfaces in photoresist, and
we have implemented a procedure for their optical
fabrication. The generated surfaces were character-
ized with a mechanical profilometer, and their
scattering properties were measured with a scat-
terometer. The results indicate that good approxi-
mations to the desired uniform band-limited diffusers
can be fabricated with the proposed method.

Although other methods of fabricating uniform
band-limited diffusers have been proposed and are
now in use for the production of light-shaping diffus-
ers, we believe that the design procedure studied here
is the only one that can produce achromatic diffusers
whose scattering patterns show good uniformity
within the specified angular range and, at the same
time, can direct all of the available energy into that
range.

We express our gratitude to Fabian Alonso and
Juan A. Peralta for help in various aspects of this
study. This research was supported in part by Con-
sejo Nacional de Ciencia y Tecnologia (Mexico) and by
U.S. Army Research Office grants DAAH 04-96-1-
0187 and DAAG55-98-C-0034.
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Computer simulation studies of the speckle correlations of light scattered from a random array of
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Two computer simulation studies of the speckle correlations in the light scattered from a volume disordered
dielectric medium consisting of a random array of dielectric spheres are made. In both studies light is treated
in the scalar wave approximation, and the wavelength of the light is taken to be much greater than the radius
of the dielectric spheres. In one study, the scattering medium is formed by placing dielectric spheres of radius
R and dielectric constartrandomly in space. The spheres occupy space uniformly, under the provision that no
two spheres overlap. In a second study, the scattering medium is formed by placing dielectric spheres of radius
R and dielectric constand randomly on the vertices of a simple cubic lattice so that a fixed fraction of the
vertices is occupied by the spheres. The lattice constant of the simple cubic lattice is taken to be of the order
of magnitude of the wavelength of light in vacuum. In both studies the the volume filling fraction is the same,
and the region outside the spheres is vacuum. The field equations are integrated numerically to determine the
scattered fields, and these fields are used to calculate the speckle correlation function defined by
C(q.Kla’".K")=([1(q|k)—(1(qlk))I[1(a’'|k")—(1(q'|k')]). HereI(q|k) is proportional to the differential
scattering coefficient for the elastic scattering of light of wave vektarto light of wave vectorﬁ, and()
indicates an average over an ensemble of random systems. Results are preseﬁlﬁiil?fp}’,l?’) with
particular attention paid to regions &fspace in which either th€™ or C'*9 contributions dominate the
correlator.
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[. INTRODUCTION for volume scattering that has recently been predicted on the
basis of a diagrammatic perturbation theory for a homoge-
In this paper we present computer simulation studies oheous random disordered medidi? The general features
features in the speckle pattern of light scattered by volumef C*) have been studied both theoretically and experimen-
disordered media. Of specific interest are the correlationglly in other types of volume and surface disordered optical
that exist between the differential scattering crosssystems:™®
sections for two different sets of angles of incidence and The present computer simulation studies are intended to
scattering. These correlations are measured by the speckiemplement and support the Green’s-function studg df)
correlatot° C(q,k|q’,k")=([1(qalk)—(1(q|K))][I(q’|k’)  and to provide a comparison of this term _to_tﬁé” term
S, - s . : occurring in scattering from the same statistical system. In
—{1(q’|k"))1), wherel (g|k) is proportional to the differen- o . ;
tial scattering coefficient for the elastic scattering of light of ac_jdmon, dn_‘fergnt features of these correlators, associated
> . with the periodic on average system, are presented. The com-
wave vectok into light of wave vector, and( ) denotes an  pyter simulation yields an essentially exact solution for the
average over a statistical ensemble of random Configurationgpeck|e correlator, and is not Subject to the approxima’[ions
Two studies are presented, one for the light scattered by éf a diagrammatic perturbation-theory treatment. Since the
homogeneous randomly disordered medium and one for thgeneral properties of the correlator are faithfully represented
light scattered by a random medium that is periodic on avby simulation results, a meaningful comparisorGt® with
erage. The media we study are formed by placing dielectri€™) in the same bulk randomly disordered optical system
spheres of radiuR and dielectric constar¢ in space at a can be made. An interesting aspect of the present set of simu-
fixed volume filling fraction. The spheres, which are not al-lation studies is the comparison of the results for the homo-
lowed to overlap, have a radius much smaller than the wavegeneous random disordered and the periodic on average ran-
length of the light in vacuum, and the region outside thedom system. Thec®) and C*% terms of the periodic on
spheres is taken to be vacuum. average system are found to exhibit interesting features not
The features in the speckle correlata®(q,k|q’,K), observed in these terms for the unlformly rand'om system.
of the scattered light that are of interest are the Theoretical work on speckle correlations is concerned

! I W3 Ll B with computing the features in the speckle correlator arising
ST?or)t Eaggae, S?nig_blgtlong (a.kla" k") (Refs. 1-9 ahd from a variety of different types of scattering processes and
c (aqlklcl K. These  features  dominate c|assifying the contributions of these processes to the general
C(q.klq" k"), so that to an excellent approximation we speckle correlato€(q,k|q’,k’). Short-, long-, and infinite-

study C(q.k|q’,k")~C™(q,k|q’,k")+C19%q,k|q’,k').  range terms denoted bg®),C? C®), respectively, were
The contributionC™? is a feature in the speckle correlator first shown to contribute to the total speckle correlator of the
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scattered light and to arise from distinctly different types ofthat are randomly distributed in space. The region outside the
scattering processés!? The magnitude of the contribution spheres is vacuum, and a volume filling fractjpof space is

of each of these term&() for i=1,2,3, was found to de- occupied by the spheres. Two different systems are studied.
crease rapidly with increasing More recently, additional In the first system(homogeneous random systerthe
features arising from different types of scattering processespheres randomly occupy space uniformly with the condition
have been predicted in the speckle correldtol? These are that they do not overlap. In the second systgrariodic on

the C(*9 short-range and th€* long-range terms. The average random systenthe spheres randomly occupy the
C19 contribution is found to be of the same order of mag-sites of a simple cubic lattice of lattice constar#R. In
nitude as theC™) contribution, but the magnitude of the both cases the wavelength of the light in vacuum is taken to
C19 term is found to be intermediate between those of thébe much larger than the radius of the spheres, L&:R.

c® andC™9 terms and the much small&X? term. For the  This is the fundamental restriction in our simulation and it is
systems we treat in this paper t8&-%, C(?), C® contribu- made to simplify the mathematical treatment of the scatter-
tion are masked by the statistical noise in our simulations. ing cross section of the electromagnetic waves from the in-

c@ first occurs in the lowest order in the perturbative dividual spheres in the array of scatterfsse Eqs(9)—(16)
expansion of the speckle correlator in powers of the voluméelow].
disorder.C™Y) contains phase coherent peaks in wave-vector Both of these systems are described by a position-
space known as the memory and time-reversed memory eflependent dielectric constant of the form
fects in the angular speckle correlato?.C(*? first occurs in R )
the same order in the expansion of the speckle correlator in €(r)=1+Je(r), 1)
powers of the volume disordér!?as doe<C*). Because of
the scattering geometries involved, 16&'% term, however,
does not display phase-coherent effe€€® has been stud- R .
ied by us in the scattering of light from randomly rough se(r)=(e—1)2, Sr—r(h], (2
surfaces, and in the context of a Green’s-function perturba- !
tion theory in the scattering from volume disordered média. -

The remainingC*®, C®, andC® terms occur as in- S(f) = L Irf=R 3)
creasingly higher-order terms in the perturbation-theory ex- 0, otherwise,
pansion ofC in the random disorde€*® andC® contain .

a number of features that can be related to multipleand{r(l)} are the position vectors of the three-dimensional
scattering processé%:2C®), which is the weakest contri- array of spheres. In the computer simulation studies pre-
bution to the speckle correlator, is a smoothly varying func-sented below, a finite volume of the system described by Eq.
tion in wave-vector space. (2) is considered. The far-field scattering from the finite vol-

The general speckle correlator is the sum of the five contime of randomly arrayed spheres is computed and used to
tributions mentioned above. This paper will concentrate orfompute the speckle correlator. An average is made of the
theC™®) andC0 contributions. These dominate the Speck|edifferential scattering coefficient and the speckle correlator
correlator, and are the only contributions to the speckle corover a large number of realizations of the random system.
relator observed in our simulation studies. A comparison off he resulting averages are taken as approximations of these
c® and C19 is made for several values of the dielectric quantities for the infinite system. _ . _
constant in the limit that the wavelength of the incident light ~ To simplify the mathematics, the propagation of light will
is much larger than the radius of the dielectric spheres. Q€ treated in the scalar wave appioxmaﬁii)nn this ap-
comparison is also made betwe@f) andC'? for a homo-  proximation the scalar wave fieldi(r,t) = %(r)exp(—iwt),
geneous random system and a random system that is periodi&cdetermined by
on average.

The outline of this paper is as follows. In Sec. Il the
model for bulk elastic scattering is presented, and the calcu-
lation of the scattering cross section in this model is dis-
cussed. In Sec. Il the definition of the speckle correlatorthe field energy density is given by
C(q,k|q’,k") is presented, and the@™), C(9 contributions R
to it are discussed. Numerical results for the scattering cross (f) = 1 ﬂ
section and the angular speckle correlator in the light elasti- P~ g c2
cally scattered are then presented and discussed. A discussion
and comparison is given of the simulation results for@4®  and the energy current is given by
and C(19 contributions to the speckle correlator. In Sec. IV Lo ey

i - r, - r, -
our conclusions are presented. J(r)=—g< l/fa(t V(. + lﬁ((gt )Vzﬂ*(r,t)).

Il. MODEL AND DIFFUSE SCATTERING (6)

where

e(r) &2

A_?E lﬂ(r_),t):o, (4)

ap(r 1)
ot

2
+|w<rit)|2), (5)

We consider a bulk random dielectric medium composed The solution to the scattering problem defined by Egs.
of an array of spheres of dielectric constanand radiusR  (1)—(6) can be formally written in terms of the Green'’s func-
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tion of the Helmholtz equation for the propagation of the Here ky= w/c, and k and q are the wave vectors of the
scalar wave field in vacuum. This Green’s function is definedncident and scattered fields. The scattering cross section is

as the solution of then
2
w > 5 iy do - - o TyI2
A+| o] BRI ==4ma(f—1), 7) o alo=If@kl (15
subject to an outgoing wave boundary condition at infinity.  From Eq.(11) the field scattered from the array of spheres
The well-known solution is is given in the far field by
. gitelr=r7] . €e—1[w\?  ji(kgR) o’ e
G(TIM == ® el = | o) Ver e
r—r ,

-1

E—l(a))zH .
iyl g B YindF(D],  (16)

¢ (k)7 (1)

In terms ofG(F| r_7) the scattering solution of Ed@4) is

X

¢<F>=wmc<r*>+%

2
%) fd3r'G(F|F)5e(F)¢(F),

where the matrix elements off at F(k),F(I) are

9

wherey,..(r) is the incident field, which we shall take to be M 79,71y = fvd3uG[F(k)|F () +ul. 17
a plane wave. Substituting Eq®) and (3) into Eqg. (9), we

find In Egs.(16) and(17) r = (sin 6.C0S¢s,sin ASin ¢s,coséy), for

1 ) polar and azimuthal scattering anglés, ¢, andjq(x) is

N - w > i i
WD) = ine(F) + E(E) (6_1)2 f 43 G(r]r7) the spherical Bessel function of order 1.
- - — Ill. SPECKLE CORRELATIONS

XSr'=r()]y(r’). (10)

The angular correlator for the scattering of light measures
If the radiusR of the spheres is small compared to the wavethe correlations in the speckle patterns arising from two dif-
length of the light in vacuumy(r’) varies slowly over the ferent scatterings of light from the same randomly disordered
volume of the individual dielectric spheres, and we can resmedium. The angular intensity correlator is defined in terms
write Eq.(10) as of the fluctuations in the differential scattering cross section
given by Eq.(15) from its value averaged over many real-
izations of the random system. These fluctuations are

2
2 ylr(h]

- . e~1llw
‘p(r):'pinc(r)"'?(g

sl (qlk) = : (18)

Jo K Jdo SR
R A E((ﬂ ) E(Cﬂ )
X | duG[r|r(l)+u], (11)

v where( ) represents an average over the ensemble of realiza-
whereV is the volume of a sphere of radicentered at the tions of the random system anda|k) = (do/3€2)(q[k). In
origin of coordinates. terms of 51 (q|k), the angular speckle correlator is

The differential scattering cross section for the scattering . L
of scalar waves from the random volume disorder is obtained C(d,k|q’,k")=(8l(qlk)5I(q’|Kk"))
from the ratio of the scattered scalar wave current and the P P P
incident current. The scattering solution of E4) as repre- :K_ 3K — (a’ |k’ >_<_ Jlk >
sented in Eq(9) is of the form ﬁQ(q' )ﬁQ(q <) ﬁQ(q' )

- - - Jdo . .

(1) = thine(r) + (1), (12) X<E(Q'|k')> : 19
where y5(r) is the scattered wave. For an incident planeThe scattering geometries involved in defining the correlator
wave of the form in Eq. (19) are shown in Fig. 1.

R . In the studies below results for the homogeneous random

Yinc(r)=explik-r), (13 systems are obtained from runs involving 125 spheres, and

o ) ) results for the periodic on average studies are obtained from

the scattered wave is given in the far field by runs on systems of 225 dielectric spheres. The volume filling

) fraction in both of these studies is fixedmt 0.000 247. The
ol 1) = F(8.5) explikor) (14) spheres occupy a cubic volume that is centered at the origin
s¢ 9 r ' of spatial coordinates, with faces parallel to they, y—z,
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k’ (10) to Eq. (11). For e=—9 this ratio is 1.26 and foe=

— 2 this ratio is 1.05. The&=*+9 results are near the limits

of the validity of the approximation but should give reliable
representations of the speckle patterns from experimental re-
alizations of these systems.

A. Scattering cross sections

We first present the differential scattering cross sections
for the two different models. In Fig.(8) the differential
scattering cross section is presented for the homogeneous
random system. The wave vectors of the incident and scat-

q tered waves are, respectivelyjk=Kky(1,0,0) and q
=Kkq(coses,Sings,0), and results are shown for several val-
ues ofe. In general the diffuse scattering cross sections are
seen to be fairly isotropic in space. This is due to the small
ratio of the dielectric sphere radius to the wavelength of
light. This favors sswave scattering from the individual
spheres which, along with the uniform random distribution
of spheres in space, gives rise to an isotropic cross section.
For comparison, in Fig. (®) the differential scattering
ross section for several values of the dielectric constant is
for the correlation between two elastic scattering processes in thre hown for a random system that is periodic on average. In

dimensional space. One process involves the scattering of an inc1€S€ calculations we have takaf =1. Consequently, the
dent wave with wave vectdk into an outgoing wave with wave S WVave scattering from an individual dielectric sphere can be

vectorg, and the other process involves the scattering of an incide affected by the average periodicity of the system to give

' S ; i nE)hase coherent peaks in the cross section. In general the
wave with wave vectok’ into an outgoing wave with wave vector scattering cross sections have a small isotropic component

q’. The scattering system is at the vertex. and four regularly spaced peaks. The peaks that are observed
at ¢s=0, 90, 270, and 360° arise from residual Bragg scat-

and x—z planes. The radius of the spheres is taken to béering caused by the average periodicity. The residual Bragg

R/\=0.064, where\ is the wavelength of light in vacuum. scattering peaks remain in the cross section when we change

For the majority of runse= -9, but additional runs fok the Wavelength of the ||ght to S|Ight|y detune the |Ight from

=—2, 2, 9 were also made. We have considered the cases tfé Bragg scattering condition. This is illustrated by the re-

negative dielectric constants because metal particles catlits plotted in Fig. @) for a random system witfa/\

have negative dielectric constants. While the physical effectss 0.9 that is periodic on average.

discussed below are observed for particles with both nega-

tive and positive dielectric constants, the effects show up g c® and c contributions to the angular speckle

best in systems of particles with negative dielectric con- correlator

stants. This should be a point of interest to those who would _— 1) (10)

be interested in observing the effects predicted in the com- ' N€ contributionsC™ and C™ to the speckle correlator

puter simulations studies presented below. For the periodig™® COmPuted as statistical averages involving the differential

on average system the spheres are taken to occupy randonﬁ?atte”ng cross {egtlgné and their products. These contribu-

the sites of a simple cubic lattice with lattice constafk  tions dominateC(q,k|q’,k") since they occur in the lowest

~1. The speckle correlators are obtained by averaging ovedtder scattering processes yielding a contribution to

results from 500 or 1000 realizations of the disorderedC(q,k|q’,k’). A comparison ofC™) and C'? is made for

system. the two types of model disorder and in some cases for sev-

For swave scattering from the spheres in our model, theeral values ofe.

solutions of the Helmholtz equation inside the spheres are |n homogeneous random systems, @€7(q,k|q’,K")

proportional ~ to  the  spherical = Bessel function contripution has been shown to be nonzero only for pro-

jol(e)"(w/c)r] for positive e and the modified spherical cesses that satisfy ﬁ—E—ﬁ’+E’=O, and the

Bessel functiori[ (— €)Y w/c)r] for negativee. For posi- S o >
tive dielectr(i)c spheres  jol (€)Y%w/c)R]/jo(0) Cc9(q,k|q’,k") contribution has been shown to be nonzero

=sin(e)¥(w/c)R]/[(e)¥w/c)R] is a measure of the va- only for processes that satisfy the wave-vector condiﬁon
lidity of the approximation in going from Eq10) to Eq.  —k+q’—k’=0. We first make some simulation studies that
(11). For e=9 this ratio is 0.77 and foe=2 this ratio is identify C*) andC*? as the dominant contributions to the
0.95. For negative dielectric sphereg (— €)Y w/c)R]/ speckle correlator in the homogeneous random system, and
i0(0)=sinH(— &)Y w/c)R]/[(— €)YYw/c)R] is a measure verify thatCY) andC™® occur for wave vectors that satisfy

of the validity of the approximation made in going from Eq. these two conditions. To do this computer simulation runs

k

FIG. 1. Schematic representation of the wave-vector geometr
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0.030

o ] are made in whicly, k are fixed and a series of valuesapf
?1 ] andk’ are scanned through. During the scan, maxima are
0.025 A 3 observed in the speckle correlator when either or both of the
a H . two wave-vector conditions given above are satisfied. These
g 0020 El" =] maxima correspond to tHe®) andC? contributions to the
] - e speckle correlator. Similar scans are made on the periodic on
g 0015 - average system. The periodic on average system is found to
S E: ] exhibit additional peaks irc® and C9 for q—k—q’
0.010 [f =] +k'#0 and forq—k+q’'—k’'#0 that are not found in
i . these functions for the homogeneous random system. The
0.005 ::- — origins of these peaks will be discussed in Sec. Il C.
FL L 1 | ] In Fig. 3 results are presented of a scargonk’ for fixed
Ch L jom -+ ot == = =] > > S s o . .
0.000 50 100 150 q, k for C(q,k|q’,k") in the homogeneous disordered sys-
(@) Scattering Angle tem. Plots for a number of different positive a.nd.negative
values ofe are shown. The wave vectors of the incident and
0.030 [ H scattered light are taken to be in the-y plane and are of
i H the form
0.025 ;—' H
) i E k=Kko(1,0,0), (20)
g o020 j i )
o E k' =ko(cos¢,sing,0), (22)
0.015 - -
; F ; G=Ko(0,1,0 (22
0.010 f- -+ 4=l B20,
n 1
Fl B - .
0.005 F ,’n'— ' =Ko(sing,—cos¢,0). (23
El'y . i3
o I T LI S Here the azimuthal anglés runs from O to 360°. The plots
0 000 l" DN = 4= += T 1 1 =)=t = T _ .
’ 0 50 100 150 have maxima atp=90°, corresponding to wave vectors that
() Scattering Angle satisfyq—k+q’ —k’ =0 for a nonzercc*?). A second set of
0.030 N maxima are found atp=270° and satisfyq—k—q’ +k’
' F [ . =0 for nonzeroCY). Figure 3 clearly display, the contribu-
C B tions of bothC™*) and C*? to the speckle correlator. It is
0.025 r E interesting to note that the results fet=9 exhibit peaks in
a C ] the correlator scans that are similar to the resultd b 2.
g 0020 ¢ = The intensities of these correlators, however, are quite differ-
& E . ent.

8§ 0015 — =] In Fig. 4 results are presented as in Fig. 3, but for a
S C ] random system that is periodic on average. The wave vectors
0.010 — A and the anglep are defined as in Eq$20)—(23), and the

C ] average periodicity is defined such tteh =1. Unlike the
0.005 — — homogeneous random system, in the scan avehe peri-
o . odic on average system displays four peaks instead of two
0000 b Lo by [ 1 peaks. The two additional peaks ét=180° and 360° arise
’ 0 50 100 150 from the average periodicity of the array of spheres, and
(€) Scattering Angle correspond to scattering sequences in which at least one

Bragg reflection is involved. A further discussion of the ori-
gin of of these peaks will be given below in subsection C.

FIG. 2. (a) Differential scattering cross section versus azimuthalwe” deflned_ peaks are o_bse_rved |_n dh¢=9 plots, but a_
scattering anglep, for a uniformly random system. Results are Moré complicated behavior involving a central peak with
shown for systems witR/\ =0.064, e=—9 (solid line), 2 (dashed  Side dips is found In thee| =2 plots. The widths and side _
line), and 9 (dotted. Note that the dotted line results have beenP€aks observed in Figs. 3 and 4 are for angular scans passing
multiplied by 0.1 to fit on the scale of the figuréh) Differential  though, not along, the envelopes@f" andC*?, and arise
scattering cross section for the periodic on average system witffom finite-size effects. For an infinite sample the central
a/N=1 andR/A=0.064. The notation is the same as(a). (c) peaks would become delta functions and the side peaks
Differential scattering cross section for the periodic on average syswould disappear. For finite-sized samples, the side peaks
tem fora/A=0.9, R/\=0.064 fore=—9. arise from diffractive effects due to the finite sample size.
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FIG. 3. C(q,k|q’,k") versus the scattering angde for the uniformly disordered system. Results are shownefer (a) —9; (b) 9; (c)
—2; and(d) 2.

Figures 3 and 4 exhibit the existence of &) andC*®  centered at the origin of coordinates in wave-vector space.
functions, which are nonzero whem—k—q’+k’=0 and  This is a natural way to choose vectors satisfyingk—q’
q—k+q’'—k'=0, respectively. We now look at the enve- +k'=0.
lopes of these functions. The envelopes are obtaine}j RS In Fig. 5 the speckle correlator of the homogeneous ran-
q’, k' are varied so that either or both of the conditiqns dom system is shown as a function of the polar artgfer
—K—q'+K'=0, g—K+q'—K'=0 are always satisfied. fixed azimuthql angleg=0, 20, and 90°. For _the choice _of

Results are first presented for the envelope function ofVave vectors in Eqs24)—(27), the correlator is symmetric
under reflection through the—y plane so that results are
o shown only for G< #<90°. For$=0°, peaks are observed
C™(q.kla’ k") by writing at6=0° azd 6=90°. These coﬁespong to light that is scat-
tered along time reversef=k=—q’' = —k’ =Kko(0,0,1)]

c®. We account for thej—k—q’+k’'=0 restriction on

k=ko(sin 6,0,cosh), (24) AV R
and same sequence scatterimy=k=q’' =k’ =k(1,0,0)]

> . paths, respectively. It is expected in Fig. 5 and the other
k' =ko(sin®,0,~cos), (29 figures presented in this paper that time reversed and same
. sequence scattering process may lead to enhanced correla-
q=ko(sin# cose,sind sin¢, coso), (26)  tions. In the case of same sequence scattering, two waves
that undergo exactly the same scattering process in traversing

0’ =ko(sin 6 cose,sind sin g, —cosb). (27)  a disordered medium should undergo the same change in

L o phase from the initial to the final scattering. This retention of
In this representatiog—k andq’ —k’ are parallel vectors the phase difference before and after scattering should con-
that are sent into one another by reflection throughxhe tribute to a constructive interference in the intensity which
—y plane. They lie on chords of the sphere of radkgs would tend to increase the intensity correlator when same
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FIG. 4. C(q,k|q’,K’) versus the scattering angie for the periodic on average system. Results are showaar(a) —9; (b) 9; (c)

—2; and(d) 2.

sequence scattering process are possible. Same sequence

scattering processes can only occur for a restricted range of

d, q', k, andk’ values. Likewise, for time reversed pro-

cesses two waves encounter the scatterers of the medium in
an exactly reversed sequence, and the retention of the rela-
tive phase difference of the two waves is expected to en-

hance the intensity correlations between the processes scat-
tering the two waves. Once again time reversed processes

can only occur for a restricted range@fq’, k, andk’. For
¢=20°, a small peak is observed @&t 0° corresponding to
the time reversed sequenae=k=—q’ = — k' =k,(0,0,1)],
but no peak is found associated with the-90° same se-
guence scattering processes. kot 90° a peak structure is
observed near the time reversée 0 sequence. Otherwise,
the ¢=90° correlator is a smoothly varying function 6f It

is noted in these plots that bo@{*) andC'® are nonzero at
general¢ for 6=0° and at¢=90° for 6=90°. At these
points the correlator has contributions from both @& and
Cc9 processes.

To study theC*%(q,k|q’,k’) contribution to the angular
speckle correlator, thg—Kk+q’—k’'=0 restriction on the
wave vectorsy,k,q’,k’ is accounted for by writing

k= ko(sing,0,cosh), (28)

K’ = Kko( —sin ,0,cosh), (29)

0= Ko(sin 6 cose,sin sin ¢, cosé), (30)
€|’=ko(—sinﬁcos¢,—sin05in¢,cosa). (31

The vectorgy—k andq’ —k’ are now antiparallel vectors in
a plane of constant polar angle of the sphere of ra#us
centered at the origin of coordinates in wave-vector space,
and occupy parallel chords of the sphere. This is again a

natural representation for wave vectors that satigfyk
+€|’ —Kk’'=0. Hered is the polar angle of the plane contain-
ing g—k andq’—k’, and ¢ is the azimuthal angle in this
plane.

The results foilC9(q,k|q’ k') are plotted in Fig. 6 ver-
susé for ¢=0, 20, and 90°. These results are, again, invari-
ant under reflection in th&—y plane so that results are
shown only for G<#<90°. For the case in whiclpp=0°

peaks are observed fat=0° corresponding taj=k=q’

165204-7



A. R. McGURN AND A. A. MARADUDIN PHYSICAL REVIEW B 64 165204

L T T 1 T | 1 1 T 1 | T 1 T 1 | 1 1 1 T T |_ [ T 1 T T | 1 1 1 1 | T T LB | 1 1 1 L] | T I_
0.00010 0.00010
B =
3 :
£ 0.00005 £ 0.00005
8 3
0.00000 0.00000
T B I L1 | [ I [ l . Ci 1 11 | [ | L1 | L1o1 | ) 1]
0 20 40 60 80 0 20 40 60 80
(a) Scattering Angle (a) Scattering Angle
0,0020 T 1 ¥ I T 1 T 1 | 1 1 1 1 T ¥ T 1 T |_ 0.0020 T 1 1 T | 1 T 1 1 | 1 1 1 T | T 1 1 1 | ] 1
0.0015 . - 0.0015 — —
g - ] g : )
£ 00010 — — £ o0.0010 —
S C 1 8 - 4
0.0005 . - 0.0005 — —
o 0000 1 1 1 1 Ll ] 1 | i 1 11 | 1 1 i 1 | 1 I- 0.0000 1 1 1 1 | | 1 1 1 | 1 1 | 1 | 1 |_
' 0 20 40 60 80 0 20 40 60 80
(b) Scattering Angle (b) Scattering Angle
0.0030 _ LI | LI | LI L LN LR 0.0030 L I T T 171 l T T T LI L 1]
0.0025 H — 0.0025 [ =
0.0020 Fr — 0.0020 ft 3
ot | ' -
3 r ] ) L N
K [ 4 i [ ]
£ 00015 - £ 00015 [H —
S i ; 8 ! ;
0.0010 [ — 0.0010 [H -]
- -_\AH/*" E o ﬂ(m/"“—’T‘——r:
0.0000 C [ I Ly I L1 —[ L1 0.0000 F, < L | L Ly . l:
' 0 20 40 60 80 ’ 0 20 40 60 80
(c) Scattering Angle () Scattering Angle

FIG. 5. C(q,k|q’,k") versus# for the uniformly disordered FIG. 6. C(q,k|q’,k’) versusé for the uniformly disordered
system. Results are shown feér=: (a) 0°; (b) 20°; and(c) 90°. system. Results are shown fer=: (a) 0°; (b) 20°; and(c) 90°.

=K' =ko(0,0,1) (same sequence scatteringnd for 6=90°  correlated scattering processes contributes to an enhance-
corresponding tog=k=—q’'=—k’=k(1,0,0) (time re-  ment of C(q,k|q’,k’). For generakp and §=0° both C*)
versed Scattel’lr)gAt these pOIntS, in addition to the phase andC(lO) are nonzero and arise from same sequence scatter-
coherence of the same sequence and time reversed scatteriﬁg paths. Peaks are generally observed in Figs. 6=a0°.
processes, as per our discussion of Fig. 5, kit andC*®) In Figs. 7 and 8 we present results for the periodic on
scattering  processes make nonzero contributions  taverage system corresponding to those in Figs. 5 and 6, re-
C(q,k|q’,k"), and the increase in the number of types ofspectively, for the homogeneous random system. In these
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FIG. 7. Results as in Fig. 5 but for the periodic on average FIG. 8. Results as in Fig. 6 but for the periodic on average
system. system.

plots either or both of the conditions—k—q’+k’=0 or  beams. Associated with these peaks are two large side peaks

G—K+q’'—K'=0 are satisfied. The plots are very similar to arising from residual Bragg scattering effects.

the results for the uniform isotropic system. An exception |s . Finally, we note that in plotting the envelope functions in
the ¢=90° results for bothc® and C19. For this case |gs 5-8 we fixed the azimuthal anglg, of the vectorsq,

peaks are observed f@®) along a same sequence path andk, ', K’ and scanned over the polar angleAs a results of
for C19 along paths of antiparallel incident and scatteringthis the differences|—k andq’ —k’ change with changing
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FIG. 9. Plot of the angular speckle correlator for the system of Hig. Llots as functions of are presented for the wave vectors
defined in Egs(32)—(35) for: (a) #=10°; (b) 6=45°; and for the wave vectors defined in E(6)—(39) for: (c) #=10°; (d) 6=45°.

polar angle. While this samples a wide range of behaviors of
the correlators ig, k, q’, k, it is interesting to study the
c.orrela.tors for scans in waye-viactor spa(?e which mvolve K’ = Kq(Sin 6 cOS¢h, Sin 6 sin b, cos6), (39)
fixed differences ofj—k andq’—k’. If @ is fixed and¢ is

allowed to vary in the vectors defined by

g’ =ko(sin cose¢,siné sing, —coso), (39)

a plot of the envelope ot1%(q,k|q’ k") for q—k=—(q’
—k’)=kq(0,0,2co9) is obtained. In Figs. @) and 9d) we

g=ko(sin6,0,cos), (32 present results foE 19 versus¢ from the periodic on aver-
. . age system witke= —9 for scattering processes in whi¢h
k=ko(sin6,0,~cosb), (33 =10 and 45°. Again, the correlator is found to be relatively
- _ . _ independent ofp. Similar behaviors are observed in the ran-
q' =Ko(sin6 cosg,siné sin¢,cosb), (39 dom system that is not periodic on average.
k' = ko(sin 6 cosé,sin 6 sin ¢, — cosé), (35)

C. Discussion of additional peaks arising from an average

a plot of the envelope of£™)(q,k|q’,k’) for q—k=q’ periodicity

—Kk’ =ky(0,0,2 co9) is obtained. In Figs. @ and 9b) we An explanation based on analytic techniques can be given
present results foE(*) versus¢ from the periodic on aver- for the new peaks observed in the results for the periodic on
age system withe= —9 for scattering processes in whish average system shown in Fig. @pecifically, these are the
=10 and 45°. In general, the correlator is seen to be @eaks occurring ab=0 and 180°). This is done by applying
smooth slowly varying function o for both polar angles. If ~diagrammatic Green’s-function methods to a model sy&tem

we fix 6 and vary¢ for vectors defined by which, though different from the one described in Eds-
(3), exhibits a periodic on average randomness that is easier

ﬁzko(sin 6,0,c0s6), (36)  to handle analytically and which is qualitatively similar to
that of the periodic on average system discussed in Sec. Il.
k=ko(sin6,0,— cosé), (37 We consider a form fok(r) given by
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e(r)=u(r) + &(r), (40) tion of the electromagnetic fields with the system which do
not affect the gross geometric features of the speckle cor-
whereu(r) is a periodic function and(r) is drawn from a  relator. .
set of Gaussian random functiotfst*~2{¢,(r)}. The scat- In terms of the Green's functio®r(qlk), it has been
tering properties of the system are expressed in terms thowrt that the angular speckle correlator

e(F), and the average scattering properties are then detef" )(a.klg' k') satisfies
mined by averaging over the set of Gaussian random func-

tions,{eo(r)}. In Eq. (40), the periodic functionu(r) is rep- CM(q,klq" k") (GK(q,K)Gr(q',K"))
resented b
’ X(GA(d' K Gr(G.K))
u(N=2 uge®", (41) ~|(Gr(a,K)[2(Gr(A" KNI (48)

G
and that the angular speckle correlat6f'%(q,k|q’ k")
where the sum is over the set of reciprocal-lattice VECIOrg 4 4icfied0-12

{G} of the average periodic lattice, and the Gaussian random

function eq(r) satisfies c9(q,k|q’ k' ) (GR (q, k)G* (q' k' ))
(€0l(1))=0, (42) X(Gr(d',k")Gr(q,K))
_ S V(2 S 2

(49)
In Egs.(42) and(43) () indicates an average over the set of ) ) )
Gaussian random functions, and the functgme— r—7|) is An uptiefstai\ndlng of theﬁ gross geometric properties of
such thag(0)=1 and lim _g(r)—0. cW(q,k|q’,k") and C*%(q,k|q’,k’) can be obtained by
== 4p-12.14-16 using Eqgs.(45—(47) to expand Eqs(48) and (49) through
' tgrms of ordemgo?. We now turn to a discussion of these
rms.
The two-particle Green’s functions in Eqgl8) and (49)
can be written as

Following a well-known treatme it can be
shown that the electromagnetic scattering cross section of t
system in Eqs(40)—(43) is proportional to a two-particle
Green'’s function, i.e.,

do(q,K)

0 =(IGR(ER[). 44 (GrAKGR(A' K))=(2m)®5(q—KIG(K)(2m)®

x8(q'—k)G(q")+G(q)G(q")

Here the Green’s function of the random systeBg(q,k),

satisfies the Dyson equation xT(q,klg",k")G(K)G(K"), (50)
Gr(G,K)=(2m)28(G-KIG(K) and
S dp L. . (GX(9.K)Gr(q' K))=(2m)38(q—K)G* (k)(2m)®
6(d) [ ~Lv@lpIGpR, @9 o
) X 8(q'=K')G(q")+G*(a)G(a')
whereG(K) is the Fourier transform of E¢8), and the scat- xTYq,klq’.k)G*(K)G(K'),
tering potential for the dielectric system described in Egs.
(40)—(43) is given by (51
. I whereI'°(q.k|q’,k’) andT'Y(q,k|q’,k’) are the respective
V(plk)=v(plk)e(p—k). (48)  reducible vertex functions arising from the scattering inter-
In Eq. (46) E(ﬁ)zfd3re*“i'Fe(F), so that from Eqs(40) act|or2 . df’SS”bEd by_ {V(q|k)V(q_’|k’)> and
and (41) (V*(qlk)V(q'|k")). Computing the reducible vertex func-
tion in Eq. (50) to terms of ordeugo*, we find the general
“ o e A form
e(q)=2, ug(2m)°8(q—G) +eo(0), 47
S R I

whereeo(q) = [d3re 19" ey(), ug= fp|cd3re*‘é'F andplc

indicates that the integral is over a primitive lattice cell. The +B(q,klq’,k) X 8(g—k+q' —k'+G),
coefficientv(p|k) in Eq. (46), whose general form is not G
important to our discussions, contains details of the interac- (52

165204-11



A. R. McGURN AND A. A. MARADUDIN PHYSICAL REVIEW B 64 165204

0.0002 0.00015 T T T T T T T
1x10™ | .
5x107° | .
S S
s 3 o Pl o ) vA Mg e A
: : ity v W
(&) (&)
-5x107° | .
-0.0001 i
1
R0z ' . . : : : . S 6 100 150 @0 20 500 560
0 50 100 150 200 250 300 350 (c) .
(a) Scattering Angle Scattering Angle
0.0001 T T T T T T T 0.004 T T T T T T T
0.002 + i
S 5
= =
o o
8 3
0 AV, N VM "‘ \/ v~
_0002 1 1 1 1 1 1 1
_00001 1 1 1 1 1 1 |
0 50 100 150 200 250 300 350 (d) 0 50 100 150 . 200 250 300 350
(0) Scattering Angle Scattering Angle

FIG. 10. Results for the angular speckle correlator for the system of Fg.Plots are presented for the wave vectors defined in Egs.
(56)—(59) showing the total correlator function as a function of the scattering apigRResults are shown fofa) 6=30°; (b) =45°; (c)
6=50°; and(d) 6=70°.

whereA(q k|q K’ ) andB(q k|q K’ ) are smoothly varying The effect on the speckle correlator of the average periodic-
functions ofg, k q andk’ Computing the reducible ver- ity in the random system is found in the additional delta-
tex function in Eq.(51) to terms of ordeuga?, we find the ~ function terms in Eqs(54) and (55 over the single G

general form =0) delta-function terms found in the system that is not
periodic on average. In the absence of average periodicity
r'y(q.klq’,k")=D(q,k|q",k")8(q—k—q' +k") (the |G|— oo limit), only theG=0 terms contribute in Eqgs.
(54) and (55).
+E(a I2|ﬁ K )2 5 K a,+|2,+é) To investigate, in the context of our computer simulations

discussed in Sec. I, th&+#0 terms in Eqgs(54) and(55), it
(53) is useful to take the forms

whereD(q,k|q’,k") andE(q,k|q’,k’) are smoothly varying k=Ko(sin6,0,cosh), (56)
functions ofq, k, q', andk’. A
From Egs.(48)—(53) we see that k' =Kkp(cos¢ sin6,sin¢ sin 6,cosb), (57)
C‘”(G,Elﬁ’,lZ’)mZ 5(a_|z_a,+|2,+é) (54) q=Kkq(0,siné,cosh), (58
G
and g’ =ko(sin¢ sin@, —cose sin @, cos6). (59)

In the limit thaté=90° the wave vectork, k', g, q’ in Egs.
c9qK|g’ k=Y, s(g—k+q' —k'+G). (55  (56)—(59 reduce to those given in EqR0)—(23) and repro-
G duce the results in Fig. 4 for the periodic on average system.
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For 6+ 90° all four vectors have the samm&omponent, and 0.0025 T T T T T T 1
for =0° all four vectors are parallel to tieaxis. Using the
wave vectors in Eq956)—(59) we find for generab and ¢ @

ci—IZ—(i’JrIZ’ =Kkosinf(—1—sin¢+cos¢,1+ cosg

+sin¢,0), (60) 0.001 { -

Correlator

and

q—Kk+q' —k’ =kosin6(— 1+ sin ¢ —cos¢, 1—cosed
—sing,0), (61)

_00005 1 1 1 1 1 1 | 1
0 10 20 30 40 50 60 70 80 90

which give simple expressions it and 6 for these two Scattering Angle

important linear combinations of the incident and scattering
wave vectors of the angular speckle correlator. 0.004 T T T T T T T T
From Egs.(54) and (55), it is seen that when the right-
hand side of either Eq(60) or (61) becomes equal to a )
reciprocal-lattice vector, then eith&® or C(*9, respec- 0.002 i
tively, are nonzero. Otherwise, these contributions to the
general angular speckle correlator are zero. We shall now use
these results to explain the peaks observed in Fig. 4 for the
periodic on average system. Following this, we shall present
additional results for the periodic on average system consid-

ered in Fig. 4 that illustrate the geneébﬁo results in Egs.
(54) and (55) for these types of systems.

In Fig. 4 simulation results have been presented for the
#=90° case of the wave-vector geometry described by Egs. . . ) . \ . L X
(56)—(61). Peaks are observed fa@r=0, 90, 180, and 270°. 0 10 20 30 40 50 60 70 80 90
Upon evaluating Eqg60) and(61) for the values o and ¢ Scattering Angle
at which peaks are found in the angular speckle correlator,
we find that the four peaks correspond to cases in which thgystem as considered in Fig. 10, now plotted as a function of the

right-hand Si(_jes of Eqs(60) an_d (61) become equal to scattering angled for fixed values of:(a) ¢=45°; and(b) ¢
reciprocal-lattice vectors. In particular, the peaks observed at gqe

¢=0 and 180° arise from cases in which the right-hand
sides of Eqs(60) and(61) are nonzero reciprocal-lattice vec-
tors, and the peaks ab=90 and 270° arise in part from
cases in which the right-hand sides of E(0) and(61) are
the zero reciprocal-lattice vector.

In Fig. 10 we extend this analysis to cases in whith
#90°. Scans are presenteddnfor the angular speckle cor-
relator of thee=—9 periodic on average system treated in
Fig. 4(a). Plots are presented of the total correlator

Correlator
o

FIG. 11. Results for the angular speckle correlator for the same

quite equal to, reciprocal-lattice vectors. From E@f) and
(61) we find that the peaks or dips in tile= 50 and 70° plots
for the peaks or dips ab=45, 90, 135, 225, 270, 315° occur
for cases in which the right-hand side of E(R0) or (61) are
close to reciprocal-lattice vectors.

The delta functions in Eq$54) and(55) represent results
for an ideal random system that is of infinite extent. For

SN SN random systems of finite extent we expect that the delta
C(qg,k|g’ k") versus¢ for #=30, 45, 50, 70°, and a variety y b

of peaks and dips are observed as a functiobdh these funﬁcucln Ln E9S-(5f‘) and (59, 8(q—k-q'+k'+G) a”?'
plots. Evaluating Eqs(60) and (61) we find that the four 8(d—k+q'—k’+G), are replaced by peaked functions
peaks in the#=30° plot occur when the right-hand sides of f(q—k—q'+k'+G) and f(q—k+q' —k'+G) with
Egs.(60) or (61) equal vectors of the reciprocal lattice. The maxima at the zero of their arguments and widths of order 1/
peaks at¢=0° and 180° arise from nonzero reciprocal- wherel is a typical linear size dimensiaie., the radius of
lattice vectors, and are consequently absent in the systethe smallest covering spheref the finite system. Conse-
that is not periodic on average. The peakgat90 and 270°  quently, the peaks observed near reciprocal-lattice vectors in
arise in part fromG=0 and will be found in the results for the plots for§=45, 50, 70° should in some cases become
the homogeneous random system. From E6) and (61)  !ess pronounced as the size of the system increases.

we find that the peaks in thé=45° plot located about To complement the runs made in Figs. 4 and 10, where
=0, 90, 180, 270° occur for cases where E@) or (61)  Plots of ¢ for fixed 6 are given, itis interesting to fix at 45
become equal to reciprocal-lattice vectors, and the peaks I&r 180° and plot the angular speckle correlatordaunning
cated aboutp=45, 135, 225°, occur for cases in which the from 0 to 90°. These plots are then analogous to the plots
right-hand sides of Eq¥60) or (61) are close to, but not made in Figs. 5-8 for th&=0 envelopes. In Fig. 11 results

165204-13



A. R. McGURN AND A. A. MARADUDIN PHYSICAL REVIEW B 64 165204

are presented for the=—9 periodic on average system In conclusion, we note that recently a contribution to the
studied in Fig. 4a) for ¢=45 and 180° for the speckle cor- speckle correlator from volume scattering has been intro-
relator as a function of. In these plots, anomalous behavior duced, called th€(® correlation function”*® The systems

is found near sets of angles for which the right-hand sides oftudied in Refs. 17 and 18 differ from the systems studied in
Egs.(60) and(61) are approximately equal to vectors of the the present paper in that the speckle in Refs. 17 and 18 arises
reciprocal lattice. It is interesting to note that in both plotsfrom a point or extended source of electromagnetic radiation

negative dips in the correlator are found néas70°. in the medium, respectively, whereas in this paper the scat-
tered electromagnetic waves arise from incident plane waves.
IV. CONCLUSIONS It appears, however, that the diagrams contributingCt®

are part of a set of diagrams entering into the definition of
We have computed the scattering cross section and thge C(*® contribution to the speckle correlator defined for
speckle correlator for the far-field scattering of light by apoth surface and volume scatteritfg*? This is clear from
finite, random, array of dielectric spheres. Two differentihe characterization of the*5 diagrams for volume scat-
types of randomness are considered. In one, the spheres ragring given in the second paragraph of Sec. 11l B of Ref. 10.
domly occupy space uniformly subject to the condition thatrhis s to say thaC® is composed from two two-particle

different spheres do not _overla_p. !n a second, the_ Sphereéreen's functions that are connected by a line of scattering
randomly occupy space with a distribution that is periodic on.

average. The results presented confirm the existence of bo@tfgawon’ and thi; Is part of the class of coqtributions to
the C™) contribution to the speckle correlatowhich has 9. The reaqler Is also referred to our e_arller paper-on
been known to exist from a number of publicatib™d and surface scatterifg where theC*® contributions are dis-
the C(19 contribution to the speckle correlatéwhich has cussed in Sec. 22 W_e note ion this regard that Fig. _2 of Ref.
recently been predicted in three-dimensional scatt&tingt 12 fdolezs not ex?h;:lttlylllst t]twé:( )tglagramsé)_ecause F'g'tz.gft
only as yet measured in the light scattered from rough metahQe : (\{VSS a list, taken from (le5)many lagrams contribut-
surface®). The simulation has been used to determine thé"Y tlfc o OLCOPtrIbUIIC}nS;]tCC ' kthat ha}ve peakj.;{ré)ese
envelope function of these correlators. The envelope funcR€aks were the focus of the Vo™ Ref. 12 an

tions of C andC1 are seen to be similar to one another di2grams, though part of of theé'™ contributions, do not

. . i (1.5) i i -
when plotted in the angular variables we have used. InteresfiSPlay peaks. Th€=>" correlator is not a topic of the re-
ing additional features are observed bothdf and C(19 sults presented in this paper, and we will not pursue this

when an average periodicity is introduced into the random©PIC further here.
ness of the system. For the periodic on average systems ad-
ditional regions of nonzer€") and C(*9, other that those

defined by the conditiong—k—q’'+k'=0 andq—k+q’
—k’'=0, are observed, that are caused by scatterings involv- The research of A.A.M. was supported in part by Army
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Abstract

We study the statistical properties of the scattering matrix S(g |k) for the problem
of the scattering of light of frequency w from a randomly rough one-dimensional
surface, defined by the equation x3 = ¢ (x;), where the surface profile function
¢ (x1) constitutes a zero-mean, stationary, Gaussian random process. This is
done by studying the effects of S(g|k) on the angular intensity correlation
function C(q.klg', k) = (I(qlb)I(g'IK)) —(I(qlk){I('|K), where the
intensity / (q|k) is defined in terms of S(¢|k) by I (g|k) = Ll_l (w/c)|S(qlk))?,
with L the length of the x; axis covered by the random surface. We focus our
attention on the C and C 1% correlation functions, which are the contributions
to C(q, k|q', k") proportional to §(q — k — q' + k') and 6(q¢ — k +q’ — k'),
respectively. The existence of both of these correlation functions is consistent
with the amplitude of the scattered field obeying complex Gaussian statistics in
the limit of a long surface and in the presence of weak surface roughness. We
show that the deviation of the statistics of the scattering matrix from complex
circular Gaussian statistics and the C'9) correlation function are determined by
exactly the same statistical moment of S(g|k). As the random surface becomes
rougher, the amplitude of the scattered field no longer obeys complex Gaussian
statistics but obeys complex circular Gaussian statistics instead. In this case
the C'9 correlation function should therefore vanish. This result is confirmed
by numerical simulation calculations.

1. Introduction

The scattering of light from randomly rough surfaces has attracted attention over many years.
The majority of the theoretical and experimental studies of such scattering has been devoted to
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coherent interference effects occurring in the multiple scattering of electromagnetic waves
from randomly rough surfaces and the related backscattering enhancement phenomenon.
These effects are contained in the angular distribution of the intensity of the light scattered
incoherently, i.e. in the second moment of the scattered field.

Recently, attention has begun to be directed toward theoretical [1-12] and experimental
[2,7,8,12,13] studies of multiple-scattering effects on higher moments of the scattered field, in
particular on angular intensity correlation functions. These correlation functions describe how
the speckle pattern, formed through the interference of randomly scattered waves, changes
when one or more parameters of the scattering system are varied.

The interest in these correlations has been stimulated by the expectation that, just as
the inclusion of multiple-scattering processes in the calculation of the angular dependence
of the intensity of the light that has been scattered incoherently from, or incoherently
through, a randomly rough surface, led to the prediction of enhanced backscattering [14]
and enhanced transmission [15], their inclusion in the calculation of higher-order moments of
the scattered or transmitted field would also lead to the prediction of new physical effects. This
expectation was prompted by the results of earlier theoretical [16,17] and experimental [18-20]
investigations of angular intensity correlation functions in the scattering of classical waves
from volume disordered media. In a theoretical investigation [9] it was predicted that
three types of correlations occur in such scattering, namely short-range correlations, long-
range correlations and infinite-range correlations. These were termed the CV', C® and C®
correlations, respectively. The CV correlation function includes both the ‘memory effect’
and the ‘reciprocal memory effect’ [9, 10], so named because of the wavevector conservation
conditions they satisfy. Both of these effects have now been observed in volume scattering
experiments [16,17]. The C® correlation function has also been observed in volume scattering
experiments [18, 19], as has the C @ correlation function [20].

Until recently, only the C) correlation function arising in the scattering of light from a
randomly rough surface had been studied theoretically and experimentally [1-8]. In a recent
series of papers devoted to theoretical studies of angular correlation functions of the intensity of
light scattered from one-dimensional [9, 10] and two-dimensional [10] randomly rough metal
surfaces the long-range C® and infinite-range C® correlation functions were calculated,
and two additional types of correlation functions, a short-range correlation function, named
C19 and a long-range correlation function, named C!>, were predicted. In very recent
experimental work [12] the envelopes of the C" and C!9) correlation functions were measured
experimentally for the scattering of p-polarized light from weakly rough, one-dimensional gold
surfaces. The C1, C® and C® correlation functions have yet to be observed experimentally.

The question arises as to whether it possible to determine the relative magnitudes of the
different correlation functions from a knowledge of the experimental parameters of the surface
roughness and its statistical properties. This question had been raised earlier in [12, 16], but
not answered definitively. We therefore address it here for the case of a one-dimensional
random surface defined by the equation x3 = ¢(x;), on the basis of the single assumption
that the surface profile function ¢ (x;) is a single-valued function of x; that constitutes a zero-
mean, stationary, Gaussian random process. At the same time we address the question of how
the statistical properties of the amplitude of the scattered field are reflected in the symmetry
properties of the speckle pattern to which it gives rise.

The outline of this paper is as follows. In section 2 we introduce the angular intensity
correlation function and analyse it in terms of the possible statistics of the scattering matrix. In
section 3 we illustrate the conclusions of section 2 for the simple example of the scattering of
light from the randomly rough surface of a perfect conductor. Finally, in section 4 we present
the conclusions drawn from the results obtained in this paper.
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2. The angular intensity correlation function

The general angular intensity correlation function C(q, k|q’, k’) we study in this work is defined
by

C(q.klg'. k') = (1(qlk)I(q' k")) — (I (qlk){I(q'IK"), 2.1

where the angle brackets denote an average over the ensemble of realizations of the surface
profile function. The intensity /(g|k) entering this expression is defined in terms of the
scattering matrix S(q|k) for the scattering of light of frequency w from a one-dimensional
random surface by

1
1(qlk) = L—}(%)IS(qlk)lz, 2.2

where L is the length of the x; axis covered by the random surface, and the wavenumbers k and
q are related to the angles of incidence and scattering, 6, and 6,, measured counterclockwise
and clockwise from the normal to the mean scattering surface, respectively, by k = (w/c) sin 6
and g = (w/c) sin 6;.

From equations (2.1) and (2.2) we see that, because the correlation of I (g|k) with itself
should generally be stronger than the correlation of I (q|k) with I(q’|k’) when ¢’ # ¢ and
k' # k, a peak in C(q, k|q’, k') is expected when ¢’ = g and k' = k. This peak is called
the memory effect peak for the reason that is explained below. In addition, because S(g|k) is
reciprocal, S(g|k) = S(—k| — q), apeak in C(q, k|q’, k) is also expected when ¢’ = —k and
k' = —q. This peak is called the reciprocal memory effect peak.

In terms of the scattering matrix S(g|k) the correlation function C(q, k|q’, k") becomes

2

1
Clq.klg' k') = FCz—z[(S(qIk)S*(qIk)S(q’Ik/)S*(q’lk’»
1

— (S(qlk)S™(q1k))(S(q'IK')S* (q'Ik)]. (23)

Since, due to the stationarity of the surface profile function, (S(g|k)) is diagonal in ¢ and
k, (S(glk)) = 2nd(g — k)S(k), we introduce the incoherent part of the scattering matrix
8S(qlk) = S(glk) — (S(glk)). Then, from the relations between averages of the products
of random functions and the corresponding cumulant averages [21,22] and omitting all terms
proportional to 27t § (¢ — k) and/or 27t 8 (¢’ — k') as uninteresting specular effects, equation (2.3)
can be rewritten in the form
I / 1 w2 * / A / ’
C(g.klg, k') = EC—Z[I(BS(QIIMS (@' |k +1(8S(qk)8S(q'IK')[?
1
+(8S(qlk)8S™(q1k)8S(q'Ik)8S* (q' k)] 24

where (- - -). denotes the cumulant average.

Due to the stationarity of the surface profile function ¢(x;), (8S(qlk)8S*(q'|k")) is
proportional to 27 8(qg — k — ¢’ + k’). It gives rise to the contribution to C(g, k|g’, k) called
CW(q, k|q’, k') [9,10] and describes the memory effect and the reciprocal memory effect. The
property of a speckle pattern that is characterized by the presence of the factor 27 8 (g —k—q'+k")
in CV(q, k|q', k') is that, if we change the angle of incidence in such a way that k goes into
k' = k+ Ak, the entire speckle pattern shifts in such a way that any feature initially at ¢ moves
to ¢’ = g + Ak. This is the reason why the C" correlation function was originally named
the memory effect. In terms of the angles of incidence and scattering, we have that, if 6, is
changed into 6 = 6y + A6y, any feature in the speckle pattern originally at 6 is shifted to
0, = 65 + Ab;, where AB; = Af (cos b/ cos ;) to first order in Ab.
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Similarly (§S(q|k)8S(g’|k")) is proportional to 27 8(q — k+¢’ — k') and contributes to the
correlation function C'% (¢, k|q’, k') to C(q, k|q', k') [9,10]. The property of a speckle pattern
that is characterized by the presence of the factor 27r8(q — k +¢q’ — k') in C19(q, k|q’, k') is
that, if we change the angle of incidence in such a way that k goes into k' = k + Ak, a feature
at ¢ = k — Aq will be shifted to ¢’ = k' + Ag, i.e. to a point as much to one side of the new
specular direction as the original point was on the other side of the original specular direction
(in wavenumber space). For one and the same incident beam the C!9) correlation function
therefore reflects the ‘symmetry’ of the speckle pattern with respect to the specular direction.

The third term on the right-hand side of equation (2.4), (8S(qlk)§S*(qlk)sS(q'|k")
88*(q'|k"))., is proportional to 278(0) = Li, due to the stationarity of the surface profile
function ¢ (x;) and gives rise to the long-range and infinite-range contributions to C (g, k|q’, k')
given by the sum C' (g, k|q’, k') + CP(q, k|q’, k') + C®(q, k|q', k') [9,10]. Thus, we have
separated out explicitly the contributions to C (g, k|q’, k') that have been called CV (g, k|q’, k")
and C19(q, k|g', k).

What is more, from equation (2.4) we can easily estimate the relative magnitudes of
the different contributions to the general correlation function. Indeed, since 275(0) = L,
when the arguments of the § functions vanish the CV(q, k|g’, k') and C10(q, k|q’, k)
correlation functions are independent of the length of the surface L;, because they contain
[278(0)]%. At the same time the remaining term in equation (2.4), which yields the sum
CU9q, kg, k') + CP(q,klq', k') + CP(q, k|q'|k'), is inversely proportional to the surface
length, due to the lack of a second delta function. Therefore, in the limit of a long surface or
a large illumination area the long-range and infinite-range correlations are small compared to
short-range correlation functions and vanish in the limit of an infinitely long surface. Thus,
the experimental observation of the C!>, C® and C® correlation functions requires the use
of a short segment of random surface and/or the use of a beam of narrow width for the incident
field. A detailed discussion of the conditions under which they may be observed will therefore
be deferred to a separate paper.

The preceding results are consistent with the usual assumptions and conclusions
encountered in conventional speckle theory [23—-25]. Thus, when the surface profile function is
assumed to be a stationary random process, and the random surface is assumed to be infinitely
long, the scattering matrix S(g|k) becomes the sum of a very large number of independent
contributions from different points on the surface. On invoking the central limit theorem, it
is found that S(g|k) obeys complex Gaussian statistics. In this case equation (2.4) becomes
rigorously [23]

2
C(g.klg'. k) = é%[l (8S(qlk)8S*(q' Ik + (88 (qlk)3S (g IK))*] (2.5)
1

=C(q, klg', k) +C"q, klg', k), (2.6)

because all cumulant averages of products of more than two Gaussian random processes vanish.
The last term on the right-hand side of equation (2.4) therefore gives the correction to the
prediction of the central limit theorem due to the finite length of the random surface.

If it is further assumed, as is done in speckle theory, where the disorder is presumed
to be strong, that §S(g|k) obeys circular complex Gaussian statistics [24, 25], then
(6S(gqlk)8S(q’'|k")) = 0 and the expression for C(q, k|g’, k') simplifies to

/ 1 a)z ! !
C(q.klq'. k") = pc—zle(qlk)SS*(q K)[* 2.7
1
= (g, kg, k). 2.8)

This approximation is often called the factorization approximation to C(q, k|q'k") [17].
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We recall that, if the complex random variables F and F, are jointly circular complex
Gaussian random variables, then the conditions

<RC FlRe Fz) = (Im Fllm Fz), (29)
(Re FiIm F,) = —(Im FjRe F>), (2.10)

have to be satisfied. To analyse how the scattering matrix transforms from a complex
Gaussian random process into a circular complex Gaussian random process we represent
the scattering matrix in the form 6S5(glk) = §S1(qlk) +16S2(q|k). The expressions for the
averages of the products of the real and imaginary parts of §S(g|k) can be written in terms of
(3S(q1k)85*(q'IK")) and (8S(qlk)3S(q'IK)):

(881(q1k)851(q' k")) = 3Re [(8S(qlk)3S*(q'IK") + (8S(q1k)8S(g' k)] (2.11)
(852(q1k)852(g' 1K) = 3Re [(8S(qlh)3S*(q'IK) — (85(q1k)8S(q k)] (2.12)
(851(q1k)8S2(q'IK)) = —3Im [(8S(q1k)8S* (¢ k")) — (8S(q1k)8S(q'IK))] (2.13)
(852(qlk)8S1(q'IK)) = FIm [(8S(qlk)8S* (g IK")) + (35 (qlk)8S(g'IK))]. (2.14)

Wheng = ¢"andk = k’, the average (8S(q|k)3S(q|k)), which is proportional to 27§ (2g —2k)
due to the stationarity of the surface profile function, is nonzero only in the specular direction
q = k. Therefore, if the surface is infinitely long, and if we omit the specular direction from
equations (2.9), (2.10) and (2.11)—(2.14) we see that the scattering matrix is a circular complex
Gaussian random process. Consequently, apart from the specular direction, the speckle
contrast p = /[((8S(q|k)8S*(q|k))?)/(8S(q|k)8S*(q|k))?] — 1 is unity [24—26]. This result
contradicts the well known result of [25] and [26] that the statistics of the diffuse component of
the scattered field is highly non-circular when the surface is weakly rough, and only in the limit
of very rough surfaces is the circularity of the statistics restored. The contradiction stems from
the representation of the amplitude of the scattered field as the convolution of a real-valued
amplitude weighting function and a random phase factor in [25,26]. The assumption of a
real-valued amplitude weighting function, which represents the finite width of the aperture, is
identical to the assumption of a finite length of the randomly rough surface. As a result, the
statistics of the scattering amplitude is nonstationary in [25,26]. In the present work we are
interested only in the case where the statistics of the surface profile function, as well as of the
scattering matrix, is stationary.

The set of the scattering matrices §S(g|k) is a set of jointly circular complex Gaussian
random variables when (§S(¢q|k)8S(q’|k")) vanishes. But when (8S(q|k)3S(q’|k’)) vanishes
the correlation function CU? vanishes since, within a coefficient, C'9(q, k|g'k’) ~
(88 (qlk)8S(q' k)|

Thus, calculations and measurements of the correlation function C(q, k|q’, k') yield
important information about the statistical properties of the amplitude of the scattered field.
If the random surface is such that only the C(" and C'9’ correlation functions are observed,
then S(g|k) obeys complex Gaussian statistics. If the random surface is such that only C"
is observed, then S(g|k) obeys circular complex Gaussian statistics. Finally, if the random
surface is such that C-, C@ and C® are observed in addition to both CV and C19 | then
S(glk) is not a Gaussian random process, but the statistics it obeys in this case are not known
at the present time.

To conclude this section we introduce the normalized angular intensity correlation
functions of interest to us, which in terms of §S(g|k) are defined by

(88 (q1k)8S*(q'IK)) 1>

= (1) Ly —
B K ) = S @ ss @0)65@ K)8S (@ ) @15
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and
(85 (qlk)3S(q' k"))

=(10) Do
BT = S G065 () 85 (@ )5S @ ) (210

We also introduce the envelopes Cél) and C((]IO) of the correlation functions CV and C19,
which we define by

CV(g, klg' k') =218(q —k —q' +K)C"(q.klg',q' — q +K) (2.17)
and
C19q, kg’ k) = 2m8(qg —k+q —K)C§'¥ (g, klg'q +q — k). (2.18)

3. Light scattering from a perfectly conducting randomly rough surface in the
framework of phase perturbation theory

In this section we study the statistical properties of the scattering matrix for the problem of
the scattering of a scalar plane wave from a randomly rough infinitely long surface defined by
the equation x3 = ¢(x;). The region x3 > ¢(x;) is vacuum, while the region x3 < ¢(x;) is a
perfectly conducting medium. It is assumed that the Dirichlet boundary condition is satisfied
on the surface x3 = ¢ (x;).

The surface profile function ¢ (x;) is assumed to be a single-valued function of x; that is
differentiable and constitutes a zero-mean, stationary, Gaussian random process defined by the
properties

(¢(xD) =0, (CaDg D) = 8W(lx — xj)). (3.1

In equations (3.1) the angle brackets denote an average over the ensemble of realizations of
z(x1), 8 = (¢%(x1))"/? is the rms height of the surface and, W(|x,|) is the surface height
autocorrelation function. In numerical examples we will use the Gaussian form for W (|x;|):

W (|x1]) = exp(—xi/a®), (3.2)

where a is the transverse correlation length of the surface roughness.

A reciprocal phase-perturbation theory for the scattering matrix S(g|k) was constructed
in [27] and [28]. The term of lowest order in the surface profile function was shown to have
the form

S(glk) = /oo dx; e 1@—hx o =2V (@ao (k)¢ (x1) (3.3)
—0o0
Since
(S(qlk)) = 278(q — kye 2 ev@®) (3.4)
we can write the expression for §S(g|k) as
88(qlk) = /Oo dx, e~ il@=kx [e—2ivao(q)ao(k)§(X1) _ e—252ao(q)ao(1<)]. (3.5)
—0

We calculate the averages (8S(qlk)3S*(¢’lk’)) and (8S(qlk)8S(q’|k’)) using the
expression (3.5) for the scattering matrix. For (§S(q|k)3S*(¢'|k’)) we obtain

(85(qlk)88*(q' 1K) = / K / ] el 001
—0o0 —00
% ([6721«/ao(q)0to(k)§(m) _ 67282ao(q)ao(k)]
x [XVE@mEID) _ g=2 a0 k)]) (3.6)
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25 0@ (k)0 g o () / dx, / ] @Rt )]
[ VD REEEW (D _ ] 3.7

—278(q — k — ¢ + K )e 2 @@a®rani)a®)

oo
x / du[6452«/ao(q)ao(q’)ao(k)oro(k’)W(IuI) _ l]e—i(q/—k/)u’ (3.8)
—00

while for (6S(glk)8S(q’|k")) we have

(88(qlk)8S(q'Ik)) = f dxlf duxj e i@—n =il =k0x,
X<[e—2l¢ao(q>ao(k T _ e—zazao(q)ao<k>]
x[e =2iv/ao (g ®)E (x}) _ *28200(111)010(/(/)]) (3.9)

_ e P la@ankyrant@ao k)2 / d, / ] e-a—bn —itg s
 [o OV RDERGTEOEEW (1) _ 1] (3.10)

—278(g — k +q' — K)e 2 @@a®rani)a®)

oo
x / du[e—4ﬁzvOlo(q)ao(q/)ao(k)olo(k’)W(Iu\) _ ]]e—i(q’—k’)u. (3.11)
—00

It is readily seen that, in contrast to (§S(q|k)6S*(q’|k’)), the average (6S(q|k)8S(q’|k’))
vanishes with increasing roughness parameters § and a, due to the negative exponential under
the integral sign in the last line of equation (3.11). Plots of the normalized correlation functions
EW(q, k|q', k') and E1V (g, k|q’, k') as functions of § for different values of a are presented in
figure 1(a), while plots of the envelopes of the correlation functions C" and C'?) as functions
of § for different values of a are presented in figure 1(b), for fixed values of ¢, k and ¢’, while k’
is determined by the constraint of the corresponding § function. When calculating the results
presented in figures 1(a) and (b) the value of ¢’ was chosen to produce the same values of
C® and C1? in the limit of a weakly rough surface. From the plots presented in figure 1(a)
we see that 219 (¢, k|q’, k') vanishes even for quite moderately weakly rough surfaces for
which BV (g, k|g’, k') is still about unity. We note that C'V also decreases with increasing
8 (figure 1()). Using equations (2.11)—(2.14), (3.8) and (3.11) we obtain the expressions for
((8S1(g1k))?), ((8S2(qlk))*) and (8S(q|k)8S2(qk)):

L e ¢}
((881(qlk))*) = e4‘32"‘°(‘1)°‘°(")|:71/ du cos(g — kyu (e @ @a®W b _ 1)

+i7w8(q — k)/ cos(qg — k)u(e P @0@x®W ) _ 1)}, (3.12)
—00
and
_4s? Ly [*® 2
((885(qlk))?) = e~ a@a 7/ dut cos(q — kyu (e @0@x®W) _ 1)
o0 - )
—indg - k)/ cos(q — kyu(e > eo@ao®Wul) _ 1)}, (3.13)
—0oQ
while
(881 (k|k)5Sa2(klk)) = 0. (3.14)

In figure 2 we present plots of the ratio ((8S,(k|k))?)/((8S;(k|k))?) as a function of the rms
height of the surface roughness §. Since this ratio is calculated for the specular direction ¢ = k,



314

T A Leskova et al
1.20 T : "
010
(a) (b)
1.00
0.80 o 008}
= &
< N
T g
Z 060 -
= 2 005
s Z
1] 040 — =300 nm <,
---- 2=500 nm §)
- 2=800 nm 0.03 |
0.20 |
0.00 L L 0.00 ==
0.00 0.20 0.40 0.60 0.00 0.40
L L
10 ~ ] 0.08
© (@)
08
< 005
Sost \ &
T \ -
_\C_ ‘\ ~
5 x <
g 04t \ g
[1] \ — a=300nm g 003l — a=300nm
5 == =500 m g -~ =500 im
- =800 nm - =800 nm
02
0.0 0.00 £
0.00 0.20 0.40 0.00 0.40
s

Figure 1. The normalized correlation functions 2D (@) and 219 (¢) and the envelopes C(()IO) (b)

and C((Jlo) (d) as functions of §/A for values of the transverse correlation length a = 300 nm,
500 nm and 800 nm. The incident light was s-polarized and of wavelength 632.8 nm. The
scattering medium was a randomly rough perfect conductor. Furthermore 6y = 30°, 6, = 0° and

0, = 0°. In figure 1(a) the results for the different correlation lengths considered could not be
distinguished.

itis independent of the transverse correlation length a. From the plot presented it is easily seen

that for large values of the rms height, the incoherent part of the scattering matrix, 6S(q|k),
becomes a circular complex Gaussian variable, even in the specular direction.

4. Light scattering from a randomly rough penetrable surface

The results of the preceding section enable us to make several conclusions when studying the
scattering of light from a randomly rough surface of a penetrable medium. For simplicity we
consider here the scattering of s-polarized light from a randomly rough surface of a medium
characterized by a dielectric function € (w). As is well known (see, e.g., [29-31]), if the surface
profile function is such that the conditions for the applicability of the Rayleigh hypothesis are
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Figure 2. The ratio ((§S>(k|k))2)/((8S1 (k|k))?) as a function of §/A.

satisfied the scattering amplitude R(q|k) obeys the reduced Rayleigh equation. Rewritten in
terms of the scattering matrix S(g|k) it has the form

*d
S(gqlk) = 2md(q — k)Ro(k) + N(q|k) +/ %M(QIP)S(pIk), 4.1
—00
where, for the case of the scattering of s-polarized light,
oo (k) — a(k)
Ro(k 4.2
o(k) = (k) Tal)’ 4.2)

w2
ap(k) = ,/ — — k2, a(k) = ,le(a))c—2 — k2, 4.3)

w?/c? ao(q) J((p) +ao(k)|p — k)
ao(q) +a(q) | apk)  a(p) +ag(k)

_ w’/c? @0(q) J(@(p) — ap(k)|p — k)
M@l === D ra@ o am—wt

, 4.4)

N(qlk) = —(e = 1)

and
o . .
J(y10) = / dx; e 1% (e Vé) _ ), (4.6)
—00
We can write the solution of equation (4.1) formally as
o0
d
Sl = Ruo2m3(q — 0+ Falb+ [ 52 Ma@Ip)F(plb)
—0o0
o0 d o0 d / , ,
o[ SPmaip) [ SEMGIF@I @7
oo 2T oo 2W
where
F(qlk) = N(qlk) + M(q|k)Ro(k), (4.8)

and we keep all terms in the infinite iterative series. Both N(g|k) and M (g|p) contain the
surface disorder only in the functions J(y|Q). Therefore, having in hand the recipe for
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Figure 3. The envelopes of the C(V (a) and C19 (b) correlation functions as functions of 0; for
6o = 30° and 6y = 0°, while 6 is determined by the constraints of the corresponding & functions
for the scattering of s-polarized light from a randomly rough silver surface with @ = 500 nm and
& = 20 nm (full curves), § = 50 nm (broken curves) and § = 100 nm (dotted curves).

calculating the average of the product of any number of functions J (y|Q), we can calculate,
in principle, both (8S(¢|k)8S(q’|k’)) and (§S(q|k)8S*(q’|k")). The basics of such calculations
were described in [32].

To calculate the averages (8S(q|k)3S(q’|k")) and (8S(q|k)8S*(q’|k’)) we multiply the
series (4.7) for S(g|k) by the corresponding series for S(g’|k’) and average the product
term-by-term. From the result we subtract the product (S(glk))(S(¢’|k’)). In a similar
fashion we calculate the average (5S(ql|k)8S*(q’|k")) by multiplying the series (4.7) for
S(glk) by the complex conjugate of the corresponding series for S(¢'|k’), averaging the
product term-by-term, and subtracting the product (S(g|k))(S*(¢’|k’)) from the result. In
the product(§S(q|k)8S*(q’|k’)) the contribution of nth order in the functions J(y|Q) and
J*(y|Q) contains n — 1 terms of the form

n—1 m n—m m n—m
Z{(]‘[ Tl 00 [T 770 |Q;>> - <1‘[ J(yr|Qr>><1"[ T |Q;>>}. (4.9)
m=1% \r=I s=1 r=I1 s=1

To obtain a nonzero contribution, for each value of m at least one J (3, | Q,) must be contracted
with at least one J*(y,| Q). Therefore each term in this sum contains at least one factor
with a positive exponential of the form exp{6%yy’'W(|u|)} — 1. In contrast, when calculating

(8S(gqlk)8S(q’|k")) the contribution of the nth order in the functions J (y|Q) contains the sum

n—1 m n—m m n—m
Z{<]‘[ Tro0 ] J(V§|Q§)> - <H J(yr|Qr>><1'[ J(y;|Q;>>}. (4.10)
m=1 r=1 s=1 r=1 s=1

In this case, to obtain a nonzero contribution, for each value of m at least one J (y,|Qs)
must be contracted with at least one J (y,|Q"). Therefore, each term in this sum contains only
negative exponentials of the form exp{—62yy’W (Ju|)} — 1. Owing to this lack of the positive
exponential, (§5(g|k)3S(q’|k’)) vanishes when the roughness parameters increase.
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Figure 4. The same as in figure 3, but for a = 3.85 um and § = 1.278 um (full curves) and
8 = 0.1278 pum (broken curves).

In figure 3 we present plots of the envelopes Cél) and C(()lo) of the correlation functions
CW (figure 3(a)) and C1? (figure 3(b)) as functions of 6! for fixed values of 6 and 6, while
0 is determined by the constraints of the corresponding é functions. The calculations were
carried out for the scattering of s-polarized light, of 612.7 nm wavelength, from a weakly rough
random surface of silver characterized by the complex dielectric constant € = —17.2 +10.479
for different values of the roughness parameters § and a. In calculating the results presented
in figure 3 we kept all terms in the infinite iterative series equation (4.7) which would give
contributions to the averages we calculate through terms of O(8%) if they were to be expanded
in powers of the small parameter (w/c)§.

In figure 4 we present rigorous numerical simulation calculation results [33] for the
envelopes of the correlation functions C" (figure 4(a)) and C'9 (figure 4(b)). The surface
parameters used here were the same as those used in obtaining figure 3, except that the
roughness now was § = 1.278 pum (full curves) and 6 = 0.1278 pwm (broken curves). It should
be pointed out that for the scattering of s-polarized light from a weakly rough random metal
surface, there should be no memory or reciprocal memory effect present in C é] ). This is indeed
confirmed by our numerical calculations where the C(()l) for§ = 0.1278 pum (figure 4(a), broken
curve) is a smooth function of its argument, as well as by the results presented in figure 3(a). In
particular, there are no peaks at angles & = 0° and 30°, which are the positions of the memory
and reciprocal memory effects. As the roughness is increased to 6 = 1.278 pm one sees from
figure 4(a) (full curve) that the overall amplitude of the envelope Cél) is increased and, more
importantly, that two peaks have developed at the aforementioned angles. These peaks are
due, in the large roughness limit, to volume waves scattered multiply at the rough surface. In
figure 4(b) the corresponding results for the C(()IO) envelopes are presented. It is observed that
in the low roughness limit this envelope is structureless, and that C(()l) and Célo) are roughly of
the same order of magnitude. However, as § is increased, the scattering matrix S(g|k) starts
to obey circular complex Gaussian statistics and thus, as discussed earlier, the envelope Célo)
should in principle vanish. From our numerical results for 6 = 1.278 um (full curve) we
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indeed see that Cém) is much smaller then the corresponding Cél) shown in figure 4(a). In fact,
C(()m) is just noise, consistent with this function vanishing in the large roughness limit.

5. Conclusions

In this paper we calculated the angular intensity correlation functions C(g, k|g’, k") by means
of an approach that explicitly separates out different contributions to it. We have shown
that calculations and measurements of the correlation function C(g, k|q’, k') yield important
information about the statistical properties of the amplitude of the scattered field. In particular,
we have shown that the short-range correlation function C19) is, in a sense, a measure of the
noncircularity of the complex Gaussian statistics of the scattering matrix. Thus, if the random
surface is such that only the C" and C'” correlation functions are observed, then S(g|k)
obeys complex Gaussian statistics. If the random surface is such that only C! is observed,
then S(q|k) obeys circular complex Gaussian statistics. Finally, if the random surface is such
that C1-9, C@ and C® are observed, in addition to both CV and C19, then § (glk) isnot a
Gaussian random process. In addition, we can conclude that if a surface is sufficiently weakly
rough and long enough, its speckle pattern should display the memory and reciprocal memory
effects when the angle of incidence is changed and, for a fixed angle of incidence, should be
symmetric about the specular direction. However, if the roughness of the surface is sufficiently
great and the surface is long enough, its speckle pattern should display only the memory and
reciprocal memory effects, when the angle of incidence is changed.

Acknowledgment

The work of TAL and AAM was supported in part by Army Research Office grant no DAAD
19-99-1-0321.

References

[1] Michel T R and O’Donnell K A 1992 J. Opt. Soc. Am. A 9 1374
[2] Knotts M E, Michel T R and O’Donnell K A 1992 J. Opt. Soc. Am. A9 1822
[3] Nieto-Vesperinas M and Sanchez-Gil J A 1992 Phys. Rev. B 46 3112
[4] Nieto-Vesperinas M and Sanchez-Gil J A 1993 J. Opt. Soc. Am. A 10 150
[5] Arsenieva A D and Feng S 1993 Phys. Rev. B 47 13 047
[6] Nieto-Vesperinas M and Sanchez-Gil J A 1993 Phys. Rev. B 48 4132
[7] KugaY, Le C T C, Ishimaru A and Ailes-Sengers L 1996 IEEE Trans. Geosci. Remote Sens. 34 1300
[8] Le CT C, Kuga Y and Ishimaru A 1996 J. Opt. Soc. Am. A 13 1057
[9] Malyshkin V, McGurn A R, Leskova T A, Maradudin A A, and Nieto—Vesperinas M 1997 Opt. Lett. 22 946
[10] Malyshkin V, McGurn A R, Leskova T A, Maradudin A A, and Nieto—Vesperinas M 1997 Waves Random Media
7 479
[11] Nieto-Vesperinas M, Maradudin A A, Shchegrov A V and McGurn A R 1997 Opt. Commun. 142 1
[12] West C S and O’Donnell K A 1999 Phys. Rev. B 59 2393
[13] LuJ Q and Gu Z-H 1997 Appl. Opt. 36 4562
Gu Z-H and Lu J Q 1997 SPIE 3141 269
[14] McGurn A R, Maradudin A A and Celli V 1985 Phys. Rev. B 31 4866
[15] McGurn A R and Maradudin A A 1989 Opt. Commun. 72279
[16] Feng S, Kane C, Lee P A and Stone A D 1988 Phys. Rev. Lett. 61 834
[17] Shapiro B 1986 Phys. Rev. Lett. 57 2168
[18] Garcia N and Genack A Z 1989 Phys. Rev. Lett. 63 1678
[19] van Albada M P, de Boer J F and Lagendijk A 1990 Phys. Rev. Lett. 64 2787



Angular intensity correlation functions C" and C(19 319

[20]
[21]
[22]

[23]
[24]
[25]
[26]
[27]
[28]
[29]
[30]
[31]
[32]
[33]

Freund I and Rosenbluh M 1991 Opt. Commun. 82 362

Kubo R 1962 J. Phys. Soc. Japan 17 1100

Stuart A and Keith Ord J 1987 Kendall’s Advanced Theory of Statistics vol 1, 5Sth edn (London: Charles Griffin)
p 84ff

Stoffregen B 1979 Optik 52 385

Goodman J W 1985 Statistical Optics (New York: Wiley) ch 2

Goodman J W 1975 Opt. Commun. 14 324

Goodman J W 1984 Laser Speckle and Related Phenomena ed J C Dainty (Berlin: Springer) ch 2

Shen J and Maradudin A A 1980 Phys. Rev. B 22 4234-40

Fitzgerald R M and Maradudin A A 1994 Waves Random Media 4 275

Lord Rayleigh 1985 The Theory of Sound vol 2 (London: Macmillan) pp 89, 297

Petit R and Cadilhac M 1966 C. R. Acad. Sci., Paris B 262 468

Hill NR and Celli V 1978 Phys. Rev. B 17 2478

Leskova T A, Maradudin A A and Novikov I 2000 J. Opt. Soc. Am. A 17 1288

Maradudin A A, Michel T, McGurn A R and Méndez E R 1990 Ann. Phys., NY 203 255



1288

J. Opt. Soc. Am. A/Vol. 17, No. 7/July 2000

Scattering of light from the random interface
between two dielectric media with low contrast

Tamara A. Leskova

Institute of Spectroscopy, Russian Academy of Sciences, Troitsk 142092, Russia

Alexei A. Maradudin and Igor V. Novikov

Department of Physics and Astronomy and Institute for Surface and Interface Science,
University of California, Irvine, Irvine, California 92697

Received August 31, 1999; revised manuscript received March 1, 2000; accepted March 28, 2000

We calculate the coherent and incoherent scattering of p- and s-polarized light incident from a dielectric me-
dium characterized by a real, positive, dielectric constant €, onto its one-dimensional, randomly rough inter-
face with a dielectric medium characterized by a real, positive, dielectric constant . We use a perturbation
theory with a new small parameter, namely, the dielectric contrast » = €, — € between the medium of inci-
dence and the scattering medium. The proper self-energy entering the expression for the reflectivity is ob-
tained as an expansion in powers of 7 through the second order in 7, and the reducible vertex function in terms
of which the scattered intensity is expressed is obtained as an expansion in powers of 7 through the fourth.
The roughness-induced shifts of the Brewster angle (in p polarization) and of the critical angle for total inter-
nal reflection (€, > €) are obtained. The angular dependence of the intensity of the incoherent component of
the scattered light displays an enhanced backscattering peak, which is due to the coherent interference of mul-
tiply scattered lateral waves supported by the interface and their reciprocal partners. Analogs of the Yoneda
peaks observed in the scattering of x rays from solid surfaces are also present. The results obtained by our
small-contrast perturbation theory are in good agreement with those obtained in computer simulation studies.
© 2000 Optical Society of America [S0740-3232(00)01207-2]
OCIS codes: 240.5770, 290.5880, 290.1350, 290.4210, 260.6970.
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1. INTRODUCTION

Each perturbation approach to rough-surface scattering
has its own small parameter. Thus in small-amplitude
perturbation theory,! it is &\, where &is the rms height of
the surface and \ is the wavelength of the incident field;
in the small-slope approximation,? the small parameter is
the rms slope of the surface. In this paper we present a
new perturbation theory for rough-surface scattering with
a new small parameter, namely, the dielectric contrast
between the medium of incidence and the scattering me-
dium.

To illustrate this new perturbation theory, we apply it
to calculations of the coherent (specular) and incoherent
(diffuse) scattering of light incident from a dielectric me-
dium characterized by an isotropic, real, positive,
frequency-independent dielectric constant €, onto its one-
dimensional, randomly rough interface with a second di-
electric medium characterized by an isotropic, real, posi-
tive, frequency-independent dielectric constant e. In
these calculations we assume that the dielectric contrast
n = €y — € is small—of the order of a few tenths. The
incident light is either p polarized or s polarized, with the
plane of incidence normal to the generators of the random
interface. In this geometry there is no cross-polarized
scattering, and the plane of scattering coincides with the
plane of incidence.

In calculating the reflectivities of this interface for p-
and s-polarized light we have chosen to obtain them
within the framework of self-energy perturbation theory.?

0740-3232/2000/071288-13$15.00

However, in contrast with our earlier use of self-energy
perturbation theory in calculating the reflectivities of ran-
dom dielectric surfaces,*® in which the self-energy that
enters the expression for the reflectivities of p- and
s-polarized light was calculated perturbatively as an ex-
pansion in powers of &\, in this paper we calculate it as
an expansion in powers of 7.

The choice of self-energy perturbation for calculating
reflectivities was made for two reasons. It was shown re-
cently that self-energy perturbation theory is well suited
to the determination of the roughness-induced shift of the
Brewster angle (in p polarization) from its value for a pla-
nar interface.* In addition, we will show below that self-
energy perturbation theory is also well suited to the study
of the roughness-induced shift of the critical angle for to-
tal internal reflection (when €, > ¢€) from its value for a
planar interface in both p and s polarization. The study
of these two roughness-induced angular shifts is the first
motivation for the present work.

In studying the incoherent scattering of p- and
s-polarized light from a low-contrast random dielectric in-
terface, we calculate the reducible vertex function, which
determines the intensity of the light that has been scat-
tered incoherently, as an expansion in powers of the di-
electric contrast, through terms of the fourth order in 7
rather than in powers of &/\. We show that, as was sug-
gested in Ref. 6, in the scattering of light from a compara-
tively weakly rough interface between two dielectric me-
dia the lateral waves supported by the interface are

© 2000 Optical Society of America
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excited (see, e.g., Ref. 7), and the coherent interference of
each multiply scattered lateral wave path with its recip-
rocal partner leads to the appearance of an enhanced
backscattering peak. Thus in this case it is the weak lo-
calization of lateral waves that leads to the backscatter-
ing enhancement in our results. The demonstration that
lateral waves can give rise to enhanced backscattering of
light from weakly rough random surfaces that support
neither surface nor guided waves is the second main mo-
tivation for the present work. We also show that the an-
gular dependence of the intensity of the light scattered in-
coherently displays asymmetric peaks when the
scattering angle equals the critical angle for total internal
reflection (for €, > €), which are analogous to the Yoneda
peaks observed in the scattering of x rays from a solid
surface.’

We note that perturbative expansions in powers of the
dielectric contrast have been used recently in a study of
the coherent and incoherent scattering of x rays from ran-
domly rough metal surfaces,’ in which case the value of
the contrast is of the order of » = 1076 — 1073. How-
ever, in that study the intensity of the light scattered
coherently—the reflectivity—was calculated directly as
an expansion in powers of the dielectric contrast, with
terms of the zeroth and second orders in % retained, in-
stead of by the use of self-energy perturbation theory.
This result, therefore, lacked the contribution from the
higher-order scattering processes that are already
present in the latter approach when a low-order expan-
sion of the proper self-energy in powers of 7 is made. In
addition, the intensity of the x rays scattered incoherently
was also expanded in powers of the dielectric contrast,
with terms of the zeroth and second orders in 7 obtained.
In this approximation no backscattering enhancement
can be obtained. The presentation of the present im-
proved version of small-contrast perturbation theory, to-
gether with results obtained by its use, is the third main
motivation for the present work.

2. CHARACTERIZATION OF A ROUGH
INTERFACE

The physical system that we consider in this paper con-
sists of a dielectric medium, characterized by a real, posi-
tive, dielectric constant €, in the region x5 > {(x;) and a
second dielectric medium, characterized by a real, posi-
tive, dielectric constant e in the region x5 < {(x) (Fig. 1).
The profile function {(x) is assumed to be a single-valued
function of x; that is differentiable as many times as is
necessary and that constitutes a stationary, zero-mean,
Gaussian random process, defined by the properties

(L(x1)) = 0, (2.1)
(Lx)i(xy)) = 82W(|xy — x1)), (2.2)
8% = ((xy)). (2.3)

The angle brackets in Egs. (2.1)—(2.3) denote an average
over the ensemble of realizations of the profile function
{(x1), and & is the rms height of the surface.

It is also necessary to introduce the Fourier integral
representation of {(xq):
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Fig. 1. Physical system studied in this paper.

—

= dQ .
é(x1)=j ——{(Q)exp(iQxy). 2.4)
2

The Fourier coefficient 2(Q) is also a zero-mean, Gauss-
ian random process, defined by

@) =0, (2.5)
Q)R =275(Q + Q)5%¢(|Q), (2.6

where g(|@|), the power spectrum of the surface rough-
ness, is related to the surface height autocorrelation func-
tion W(|x4]) by

g1@D = [ dnwinhen-igr. @

In this paper we will present results calculated for a
random interface characterized by a power spectrum that
has the Gaussian form

2(1Q|) = Vra exp(—Q%a%/4), 2.8)

where a is the transverse correlation length of the inter-
face roughness, as well as for an interface characterized
by a power spectrum given by

2(1Q]) = (w/Ak)(rect{[@ — (Vewlc)/AR}

+ rect{[Q + (Vew/c)/ARD), (2.9)

where Ak = 2\/e(w/c)sin 6,,,,, and rect denotes the rect-
angle function. The latter type of surface has been used
in recent experimental studies,'® where its use increased
the strength of the enhanced backscattering caused by
the surface plasmon polariton mechanism® by an order of
magnitude compared with that for a surface with the
same rms height and rms slope characterized by a Gauss-
ian power spectrum.

3. REDUCED RAYLEIGH EQUATIONS

We will study the scattering of both p- and s-polarized
light, incident from the medium whose dielectric constant
is €y on its interface x5 = {(x;) with the medium whose
dielectric constant is e. We can treat both polarizations
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together by introducing the function ®(x;, x3/w), which
is Hy(x1, x5/ @) when the incident light is p polarized, and
E,(x1, x5/w) when the incident light is s polarized. Then
in the region x5 > {(x1)nax the function ® (x4, x5|w) is the
sum of an incoming incident wave and outgoing scattered
waves,

%

q
D7 (x1, x3|lw) = explikx, — iag(k)xs] + f ;R(Cﬂk)

X expligx; + iag(q)xs], (3.1)
while in the region x5 < {(x1),;, it consists of outgoing
transmitted waves,

©

q . .
D (xy, x3lw) = J ET(Q|k)6Xp[qu1 — ia(q)xs],

—

(3.2)
where
ao(q) = [e(w®/c?) — ¢*1", Re ap(q) > 0,
Im ay(q) > 0,
a(q) = [e(w?/c?) — g%, Rea(q) > 0,

Ima(g) > 0. (3.3)

In the scattering of electromagnetic waves from a one-
dimensional randomly rough surface or interface, what is
measured is a mean differential reflection coefficient.
This is defined as the fraction of the total energy incident
on the surface per unit time that is scattered into an an-
gular interval df, about the scattering direction defined
by the scattering angle 6, (Fig. 1), averaged over the en-
semble of realizations of the profile function {(x).

In the present case the contribution to the mean differ-
ential reflection coefficient from the coherent component
of the scattered light is given by

iR 1 o cos? 6,
< > = — e —[(R@R)P, (B4a)
coh 0

€0
a0, Ly 2mc cos

where L; is the length of the x; axis covered by the ran-
dom interface, while the contribution from the incoherent
component of the scattered light is

dR 1 \/_ w cos? 6, »
T Veog o R
s ineon L1 60277(: cos 90[<| (q|R)]?)

— [(R(qlk))|*]. (3.4b)

In Eqs. (3.4), ¢ and % are given by g = \/e_o(w/c)sin 0, and
k = ey (wlc)sin 6,. The scattering amplitude R(q|k)
satisfies the reduced Rayleigh equation®

= dq
f Z—M(plq)R(qlk) = —N(plk), (3.5)
—o0 ar
where
pq + a(p)ag(q)
M,(plg) = “op) = an(a) [a(p) — as(@)|p — ql,
0
pk — a(p)ag(k)
N,(plk) = ——————1I[a(p) + ag(k)|p — k],

a(p) + ag(k)
(3.6a)
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and
ITa(p) — ag(@)lp — q]

M, = ,
(pla) a(p) — ap(q)

Ifa(p) + ag(k)|p — k]
a(p) + ag(k)
while I(y|®) is defined by

N,(plk) = , (3.6b)

1(|Q) = f, dxy exp{—i[@x; + y{(x1)]}. (3.7

We will seek the solution of Eq. (3.5) in the form
R(qlk) = 2m5(q — k)R'O(k)
— 2iGY(q)T(qlk)G'V(k)ay(k), (3.8)

where
ROy = SR~ e bytk)
eag(k) + ega(k)  d,(k)
o aglk) — a(k)  A(R) 3.9
(k) = =,
ag(k) +a(k)  d(k)
and
G(O)(k) — #
P eag(k) + ega(k)’
GO(k) = ' (3.10)

ao(k) + a(k)’
The transition matrix T(q|k) is postulated to satisfy the
equation

0

_ P 0)
T(qlk) = V(qlk) + EV(qlp)G (p)T(plk)

—©

©

P 0)
2 T(qlp)G(p)V(plk),
T
(3.11)

and the scattering potential V(q|k) is then found to be
the solution of the equation

= V(qlk) + f

—

= dq Viqlk)
f —[N(plg) — M(plq)]
—w 2T ay(q)

N(plk) + M(p|k)R(k)

B GO (k) o (k)
We will also need the Green’s function G(g|k) associ-
ated with the randomly rough interface between the me-

dium of incidence and the scattering medium. It is de-
fined as the solution of

(3.12)

G(qlk) = 278(q — )G (k) + G(q)

X J' —V(q|p)G(plk) (3.13a)
2

—o

278(q — k)G'O(k) + G'V(Q)T(q|R)GV (k).
(3.13b)
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From Egs. (3.8)—(3.10) and (3.13b) we obtain the useful
relation

R(qlk) = —278(q — k) — 2iG(q|k)ap(k). (3.14)

In what follows we will need to be able to expand
V(g|k) in powers of the dielectric contrast » = €, — € in-
stead of in powers of {(x;). To do this, we must trans-
form Eq. (3.12) into a form in which the dependence on 7
is explicit. This can be achieved by making the replace-
ment

1(7|Q) = 275(Q) + J(7|Q) (3.15)
in Egs. (3.6), where

J(/Q) = f, dxcy exp(—iQx1){exp[ —iy{(x1)] — 1}.
(3.16)

If we introduce the definition

Viglk) = —iv(qlk)/E, (3.17)

where € = € is in p polarization and € = 1 is in s polar-
ization, the reduced potential v(q|k) is the solution of the
equation

©

p
v(qlk) = nA(qlk) + nf EF(qlp)v(plk)- (3.18)

—©

The matrices A(q|k) and F(q|k) entering this equation
are given by

A(qlk) = [n(q|k)d(k) + m(q|k)A(k)] 9z , (3.19)
€ag(k)
F(qlk) = [m(ql|k) — n<q|k)]2?a0(k)’ (3.20)
where
7) = qk + a(Q)ao(k)J B g —
my(qlk) = “a(q) = agk) [a(q) — ao(k)lg — k],
gy o I Dak)
np(q| )_ Ol(q) + ao(k) [a’(Q) (10( )|q ],
(3.21a)
and
w?/c?
my(qlk) = me’[a((ﬂ + ag(k)|q — k],
w?/c?)
ny(qlk) = Jla(q) + ag(k)|lq — k].

a(q) + ay(k)
(3.21b)

The iterative solution of Eq. (3.18) yields the reduced
potential v(q|k) formally as an expansion in powers of 7:
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©

dp
v(qlk) = nA(qlk) + nzf 2—;F(q|p1)A(p1Ik)

—®

= dpy (= dpg
+ st — | ——F(qlp)F(pilp2)
e 27 ) 27

X A(polk) + . (3.22)

4. COHERENT SCATTERING

We see from Eq. (3.4a) that for the calculation of the con-
tribution to the mean differential reflection coefficient
from the coherent component of the scattered light we
need the ensemble average of R(q|k). In view of Eq.
(3.14) this is given by

(R(qlk)) = —278(q — k) — 2i(G(q|k))ao(k). (4.1)

Owing to the stationarily of {(x), the averaged Green’s
function (G(q|k)) appearing in Eq. (4.1) has the form!?

(G(qlk)) = 2m8(q — k)G (k)
1
G(O)(k)*l _

2mw5(q — k) (4.2)

M(k)’

where G(k) is the averaged Green’s function and M (k) is
the averaged proper self-energy. The latter is given by

(M(qlk)) = 2m8(q — k)M(k), (4.3)

where the (unaveraged) proper self-energy M(q|k) is the
solution of 12

© dp (= dr
M(ql|k) = V(qlk) + f 2—f —M(q|p)
—2m )2

X (G(plr)Hw(r|k), (4.4)
where we have introduced the notation
w(qlk) = V(qlk) — (M(q|k)). (4.5)

When the explicit expressions for G?(k) given by Egs.
(3.10) are used in Eqgs. (4.1) and (4.2), we find that

(R(qlk)) = 2m8(q — k)r(6,), (4.6)

where

e\ey cos By — €ol€gcos? B, — 7)V2 + ie(c/w)Mp[\/e—O(w/c)sin o1

r,(6y) = , (4.7a)
P e\/e—ocos Oy + €o(e€gcos? Oy — n)V2 — ie(c/w)Mp[\/e—O(w/c)sin 0o]

Vegcos 8y — (€gcos? 8y — 7)Y + i(c/w)M,[Veo(w/c)sin 6]
ry(6o) = (4.7b)

Veo cos 6y + (€ cos® By — 7)V2 — i(clw)M,[\eo(w/c)sin b,]



1292 J. Opt. Soc. Am. A/Vol. 17, No. 7/July 2000

It follows from Eq. (3.4a) that the reflectivities for p- and
s-polarized light are given by

Rp,s(eo) = |rp,s(00)|2- (48)

We will calculate the self-energies M, (k) as expan-
sions in powers of 7, through terms of second order. This
is done in two steps. Equation (4.4) is solved iteratively
as an expansion in powers of V(g|k), and the result is av-
eraged term by term. The result can be written in the
form

(M(qlk)) = 2 (My(glk), 4.9)

where the subscript denotes the order of the correspond-
ing term in V(g|k). The terms in this expansion that we
need are

(M1(q|k)) = {V(g|R)}, (4.10a)
Miy(qlh) = F dp {Viglp)V(plk)} (4.10b)
Wetalkn = | 5z GOp) ' -M(p)

where the bracket symbol {...; denotes the cumulant
average.”'® The expansion of M(g|k) in powers of
V(gq|k) does not, of course, imply an expansion in powers
of 7. To obtain (M(q|k)) as an expansion in powers of 7,
we must use the expansion of V(g|k) in powers of 7 given
by Eq. (3.22) and evaluate the cumulant averages appear-
ing in (M ,(q|k)) as expansions in powers of 7. The con-
tribution to (M(q|k)) of lowest order in 7, i.e., the con-
tribution to (V(g|k)) of lowest order, is of O(1), while the
contribution to (M, (q|k)), n = 2,3,..., of lowest order in 7
is of O(#%"). This will be clearly seen from the following.

From Eqgs. (4.10a), (4.10b), and (3.22), we see that to
calculate the ensemble average of V(q|k) and products of
any number of V(g|k)'s we need the average of J(y|Q)
and of products of an arbitrary number of J(y|@)’s.
With the assumption that {(x;) is a Gaussian random
process, we find that

(J1ds...d,) = Hl {Ji} + 6(n — z>21 {3} k[ll {4}

LJ=

(<)) (k #1,J)
n n

+0n—3) {Jidje 1} I

i,j,k=1 =1

(i<j<k) (#i,], k)
+0n—4) X A}

i, k=1

(i<j<k<l)

n

< 11

{Jm} + 0(n — 4)

m=1
(m#i,j, k,1)
n n n
x > 2 Iy T )
i,j=1 k,1=1 m=1
(i<j) (k<) (m#i,j, k, 1)

(i #k,1L;j#Ek,ID

+terms with fewer than n — 4 factors of {J,},
(4.11)
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where #(n) = 1 forn = 0 and 6(n) = 0 for n < 0. The
reason for organizing the contributions to (JJ,...J,) ac-
cording to the number of factors of {/,,} they contain, in
decreasing order, is that when we come to average, for ex-
ample, the series (3.22) term by term, the results given by
Eq. (4.11) tell us that the actual order in 7 of each of the
contributions to the average of a term formally propor-
tional to %" in fact depends on the number of factors of
(A(g|k)) and (F(q|k)) contained in that average when it
is evaluated with the use of Eq. (4.11). This is because
these averages are diagonal in g and % and, more impor-
tant, are proportional to 1/,

a(k)
(A(qlk)) = 2m5(q — k)T, (4.12a)
f(k)
(F(qlk)) = 2mS(q — k) | (4.12b)
where
d(k)A(k)
a(k) = ZEa—O(k)[Y(k) - X(k)], (4.13a)
d(R)X(k) + A(R)Y (k)
) = -1, (4.13b)
2?&0(1@)
with
52
X(k) = eXp{ —;[a(k) - ao(k)]Z], (4.14a)
52
Y(k) = eXP[ —7[a(k) + ao(k)]z]. (4.14b)

The cumulant averages of products of two or more F(q|k)
or A(ql|k), or both, do not possess an explicit dependence
on 7.

Thus the dominant contribution to the expansion of the
average of a product of n factors of F(q|k) and A(q|k),
e.g., (F(qlp)F(pilpy)...A(p, _1|k)), in powers of 7 is
obtained by replacing each of the factors by its average.
Each of these averages is proportional to 1/7, so that this
contribution is of O(%™"). The next most important term
in this expansion is given by the sum of the contributions
obtained by pairing two of the factors in all possible ways
irrespective of their order [there are n(n — 1)/2 such
pairs], evaluating the cumulant average of their product,
and then multiplying the result by the product of the av-
erage of each of the remaining unpaired factors. Since
there are n — 2 such factors in an nth-order product, the
resulting contribution to (F(q|p)F(pi|ps)...A(p, 1|k))
isof O(5%2™™). Terms of O(7%>") and higher are obtained
in an analogous way.

The consequences of the preceding results for the cal-
culations of the cumulant averages of products of the scat-
tering potential V(g|k) are two in number. The first is
that the dominant contribution to the nth-order cumulant
average {V(q1|p1)...V(q,|p,)} forn = 2 is of O(9™). Tt
is also the case that each cumulant average, e.g.,
{V(q1|p1)V(qs| ps)}, is proportional to a delta function
whose argument is the sum of the wave-number transfers
in each scattering process occurring within it, viz., to



Leskova et al.

27w8(q1 — p1 + q2 — py) for the cumulant average indi-
cated. The latter result leads to (M(q|k)) having the
form given by Eq. (4.3). These results have the conse-
quence that the leading two terms in the expansion of the
right-hand side of Eq. (4.10a) in powers of 7 are of O(7°)
and of O(7?); the leading term on the right-hand side of
Eq. (4.10b) is of O(%?). Thus if we wish to calculate the
self-energy M (%) to second order in 7, we need to evaluate
the contributions to {V(g|k)} of O(%°) and of O(%?) and
add the result to that obtained from Eq. (4.10b) by evalu-
ating {V(q|p)V(pl|k)} in the numerator of the integrand
to O(%?) and replacing M(p) in the denominator of the
integrand by the contribution of O(7°) obtained from Eq.
(4.10a). After the summation of all the contributions is
done (see the detailed description in Appendix A), we ob-
tain the expression for the self-energy M (%) in the form

. 1 a(k) 2( 1)2 1
W= T T\ E T
= dp
X f_ ;{m(klp)G(O)(p)X‘l(p)Al(plk)},
(4.15)
where
A(qlk) = [n(qlk)d(R)X (k)

+ m(qlR)AR)Y(R)] (4.16)

22ay(k)’

The evaluation of the cumulant average in the inte-
grand of the second term in brackets on the right-hand
side of Eq. (4.15) utilizes the result that

{J(71|Q1)J(72|Q2)}

= 2m6(Q1 + Qz)exp

1
_5(712 + 722)52}

X f, du exp(—iQu){exp[ —y1¥28*W(|ul)]—-1}.

(4.17)

The resulting integrals in M (%) have to be evaluated nu-
merically, recalling that & = \ey(w/c)siné,.

5. INCOHERENT SCATTERING
From Eq. (3.14), we find that

[(|R(q|R)|?) = [(R(qlk))I*]
= 4a’(B)[(|G(qlk)®) — (G(qlk))|*]. (5.1)

The equation for the averaged two-particle Green’s func-
tion (|G(q|k)|?) can be obtained starting from the equa-
tion for the Green’s function written in a form'?

G(qlk) = G(q)2m3(q — k) + G(q)t(q|k)G(R), (5.2)

which incorporates into its calculation the averaged
Green’s function G( p) instead of the unperturbed Green’s
function G'(p). In Eq. (5.2) the operator ¢( p|r) was in-
troduced to satisfy
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f —w(q|p)G(plk) = t(qlk)G(k), (5.8)

— 27T

where w has been defined by Eq. (4.5) and is the solution
of the equation

©

p
t(qlk) = wiqlk) + f Ew(qlp)G(p)t(plk)- (5.4)

—

It follows from Eq. (5.2) that (¢(q|k)) = 0. When we
multiply Eq. (5.2) by its complex conjugate and use the
procedure outlined in Ref. 12, we obtain

(G(qlk)G*(qlRk)) = (2m)?8%(q — R)|G(R)|?

+|G(q)|*{r(q, klg, k)}G(R)|?,
(5.5)
where 7(q,k|q’, k') = t(q|k)t*(q'|k’') is the reducible
vertex function, and we have used the result that
(G(q|k))y = 2m8(q — k)G (k) and (t(q|k)) = 0. The use
of Eq. (5.5) in Egs. (5.1) and (3.4b) yields the equation on
which our calculation of (dR/36,)incon 1S based:

oR 1 2 (w3
= —ey— | —| cos? b, cos 6| G(q)|?
a0,/ . L T\ e

S/ incoh 1

X (1(q, klg, k))|G(k)|*. (5.6)

In this paper we will calculate (7(q, k|g, k)) through
terms of fourth order in 7, since it is in the fourth-order
contribution that the phenomenon of enhanced back-
scattering first arises. To evaluate (7(q, k|q, k)) we need
to evaluate the cumulant average {t(q|k)t*(q|k)} to
fourth order in 7. To do this we multiply the iterative so-
lution of Eq. (5.4),

%

p
Z—w(q|p>G(p)w(p|k)
T

—

t(qlk) = w(glk) + f

© dp (= dr
+f ;j —w(g|p)G(pIw(plr)
w27 ) w2

X G(ryw(r|k) + -+, (5.7

by its complex conjugate and average the resulting ex-
pression term by term.

Following the procedure of averaging described in Sec-
tion 4 and Appendix A, we obtain to fourth order in 7,

7 1 ~ ~
{7(q,klq, k)} = E_ZW[TZ(QW + n73(qlk)

+ 774 (q|k)] (5.8)

11+ f(R)[*

where, to make the expressions for 7,(q|k) clearer, we in-
troduced a new notation for the cumulant averages, viz.,

{J(r1lQ1)...d (7,1Q,)}
=276(Q1+ Qa + - + @UI(71|Q1)...J (7, @n) Y0

so that after making use of the delta functions in carrying
out the integrals, we obtained

7o(qlk) = L1{A1(q|k)AT (qlk)}o, (5.9a)
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G(p)

73(qlk) = 2L, Im(m(Q|P)1+—f(p)

X A1(p|k)A’f(Q|k)] , (5.9b)

0

F41y(qlk) = Ly Aq(plk)m*(q|r)

{m(Q|P)1+—f(p)

G*(r)

X 1+—fk(r)Af(r|k)

0

G(p)

+ 2Re[m(q|p)—1 7o)

(r)
X m(P|")1+—MA1(V|k)A’f(Q|k)]J,
(5.9¢)
G(p)
Ta2)(qlk) = Ly m((I|P)1+—f(p){A1(p|k)
G*(q + k —p)

X m*(qlg +k = p)log T -

X Al(g +k - plk)J
0

m*(q|p)

P
+ {m(Q|P)1+—f(p)
0

G*(p)
1+ f*(p)

G(p)
1+ f(p)

Ai(plk)

X {A1(P|k)
0

+ 2 Re{m(q|p)

XA(p—q+ klk)} {m(plp —q+k)

0
" G(p—q+ k)
1+f(p—q+k)

where A(q|k) is given by Eq. (4.16).

Having in hand the explicit expressions for the various
cumulant averages {...}, in Eq. (5.8) and the averaged
Green’s function, obtained in Section 4, we can calculate
numerically the angular distribution of the intensity of
the scattered light.

, (5.9d)

Af(qlk)]

0

6. DISCUSSION

A. Brewster Angle and Critical Angle for Total Internal
Reflection

In Figs. 2(a) and 2(b) are plotted the logarithms of the re-
flectivities R,(6,) and R, (6,), respectively, calculated on
the basis of Eqgs. (4.7a), (4.7b), and (4.8), when the me-
dium of incidence (e, = 2.4336) is optically less dense
than the scattering medium (e = 2.6569); in Figs. 2(c)
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and 2(d) the same quantities are plotted for the case
where ¢, = 2.6569 and € = 2.4336. The dielectric con-
trast is therefore » = —0.2233(+0.2233) in the former
(latter) case. The random roughness of the interface is
characterized by the Gaussian height autocorrelation
function, Eq. (2.8), and the roughness parameters in both
cases are 6 = 0.2\ and a = 5\, where \ is the vacuum
wavelength of the incident light.

In the absence of the interface roughness, the reflectivi-
ties of p- and s-polarized light are given by Egs. (4.8) with

M, =0. R;,O)(GO) is seen to vanish at an angle of inci-
dence given by
€\ 12
0y = 6% = tan"!| — (6.1)
€o

and called the Brewster angle. A corresponding angle
does not exist in the case of s polarization.

In the presence of interface roughness the reflectivity
R,(6,) does not vanish at any real value of §, because the
term ie(c/w)Mp[\/e—o( w/c)sin 6y], appearing in the nu-
merator of the expression (6.13a) for r,(6,), is complex.
In this case we can define the Brewster angle 65 as the
angle of incidence at which R,(6,) possesses a
minimum.*!* Note that this definition of the Brewster
angle reduces to the usual one, Eq. (6.1), when the ran-
dom roughness tends to zero, as it should.

The Brewster effect is clearly seen in the plots pre-
sented in the insets in Figs. 2(a) and 2(c). For the values
of €y and € used in obtaining these plots, we find from Eq.
(6.1) that the Brewster angle in the case of a planar in-
terface has the values 65’ = 46.257° and 6%’ = 43.743°,
respectively. From these figures we see that in the pres-
ence of the random roughness the Brewster angle is
shifted toward smaller values from its value for a planar
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Fig. 2. Logarithm of the reflectivity of a one-dimensional ran-
domly rough dielectric—dielectric interface (solid curves) and of a
planar interface (dashed curves) as functions of the angle of in-
cidence, 6y, when ¢, = 2.4336 and € = 2.6569 for (a) p polariza-
tion and (b) s polarization, and when €, = 2.6569 and e
= 2.4336 for (c) p polarization and (d) s polarization.
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interface when ¢, < € and toward larger values when ¢,
> €. The former result is in agreement with results ob-
tained earlier for the roughness-induced shift of the
Brewster angle obtained by several different approaches
in the scattering of p-polarized light, incident from
vacuum, on a one-dimensional random dielectric
surface.%>14716  The latter result seems unexpected at
first sight, since we kept only the contributions to the av-
eraged self-energy of zeroth and second orders in 7. Its
explanation lies in the fact that, according to our defini-
tion of the Brewster angle in the presence of interface
roughness and to Eq. (4.7a), its value is given approxi-
mately by the solution of the equation

eVeg cos By — egl€q cos? Oy — 7)V2

= —Relie(c/w)M,[e(w/c)sin 6y}, (6.2)

where the right-hand side is positive for either sign of 7.
In the vicinity of the Brewster angle for a planar inter-
face, 65 = tan '(eg)"?, the left-hand side of Eq. (6.2)
can be expanded as n[(\/e—o/e)(eo + e)sin 0}?)](00 - 0}?)).
Thus the roughness-induced shift of the Brewster angle is
given approximately by

e(c/w)Im M [ Veo(w/c)sin 6]
6, — 6% = . (6.3
B K 0
7l (Vey/€)(€y + €)sin 053)]

Since the sign of the remaining factors is positive irre-
spective of the sign of 7, the presence of the factor 1/7 on
the right-hand side of Eq. (6.3) shows that the shift is
positive when 7 is positive and negative when 7 is nega-
tive. From a comparison of the results presented in the
insets to Figs. 2(a) and 2(c), we also see that the magni-
tude of the shift of the Brewster angle from its value for a
planar interface is larger when ¢, > € than when ¢,
< €. The shift of the Brewster angle depends on the
roughness parameters through the imaginary part of the
self-energy. In general, this dependence cannot be writ-
ten out explicitly. However, in the limit of a small corre-
lation length, a — 0, the shift is inversely proportional to
the correlation length, 65 — Og)) « 52/(a)N), as was indi-
cated by Greffet in Ref. 15. It should be pointed out,
however, that the use of small-amplitude perturbation
theory in Ref. 15 leads to an overestimation of the shift of
the Brewster angle.*> In the opposite limit of a large cor-
relation length, the shift becomes independent of it.

Returning to Egs. (4.7a) and (4.7b), we see that in both
polarizations the reflectivity in the absence of surface
roughness equals unity at an angle of incidence defined
by € — €y sin? 6, = 0, i.e., for

e\ 12
0y = 6 = sinl(—> , (6.4)
€0

and remains equal to unity as 6, increases beyond 020) up
to m/2, because (e — € sin? 6,)? is pure imaginary for
0¥ < 6, < w/2. The angle 6* is called the critical
angle for total internal reflection. From Eq. (6.4) we see
that in order for such an angle to exist the medium of in-
cidence must be the optically more dense medium,; i.e., we
must have ¢, > e.
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In the case of a randomly rough interface, we see from
Eqgs. (4.7a) and (4.7b) that the existence of a true critical
angle for total internal reflection would require the satis-
faction of the condition

C,(8y) = (e — € sin® y)% — i(e/€y)(c/w)
X M,[ey(w/c)sin 6] = 0 (6.5)

in the case of p polarization and the satisfaction of the
condition

Cy(0y) = (€ — €psin? 6y) 2 — i(c/w)
X M[Veo(w/c)sin 6] = 0 (6.6)

in the case of s polarization. However, because M,, (k)
is complex, these conditions can be satisfied only by com-
plex angles of incidence. To obtain a real critical angle in
the presence of a randomly rough interface, we define it
as the angle 62° at which |C,, ,(6)|* has a minimum in p,
s polarization. Again, this definition reduces to the usual
one, Eq. (6.4), in the limit as the random roughness tends
to zero.

The critical angle 6, is clearly seen in the results plot-
ted in Figs. 2(c) and 2(d). For the values of €; and € used
in obtaining these plots, we find that in the case of a pla-
nar interface §.*) = 73.148°. To examine the behavior of
R,(6y) and R (6,) for 6, in the vicinity of 0(00>, we have
plotted these functions in this range of 6, values, using a
greatly expanded horizontal scale, in Figs. 3(a) and 3(b),
respectively. In the inset to each of these figures we have
also plotted |C,(6)|? and |C(6,)|?, respectively. The ar-
rows give the position of the minimum of each of the lat-
ter functions, viz., the value of the critical angle for total
internal reflection in the presence of the interface rough-
ness. We see that, although the reflectivity varies
strongly as a function of 6, in the vicinity of the critical
angle, the shift of the critical angle is small. However, as
was noted earlier in Ref. 17, the shift depends strongly on
the roughness parameters, the power spectrum, etc., and
can have either sign depending on them. This depen-
dence will be discussed in detail in a separate study. In
the present study, the value of the critical angle for the
roughness parameters characterizing the weakly rough
interfaces studied here is shifted by the roughness to val-
ues larger than its value for a planar interface for each
polarization. The shift of the critical angle for total in-
ternal reflection of p-polarized light is larger than that for
s-polarized light.

From an experimental standpoint, the measurement of
the roughness-induced shift of 6, could be accomplished
by means of a determination of the complex scattering
amplitude r, ((6y). It then follows that

C,(66) = —=cos Gpo 200 ©6.7)
= —/—cos by —, .
P e L4 r,(00)
1- "s(ao)
03(00) = \/G_OCOS Hom, (6.8)

from which the minima of |C,(6,)|* and |C(6,)|? can be
determined. The magnitude of the roughness-induced
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shift of 62” »8) however, is smaller than the magnitude of
the corresponding shift of the Brewster angle.

B. Enhanced Backscattering Phenomenon
In Fig. 4 we present the contribution to the mean differ-
ential reflection coefficient from the incoherent compo-
nent of p-polarized [Figs. 4(a) and 4(c)] and s-polarized
[Figs. 4(b) and 4(d)] scattered light plotted as a function of
the scattering angle 6, for a low-contrast, one-
dimensional, randomly rough dielectric—dielectric inter-
face characterized by the Gaussian height autocorrelation
function Eq. (2.8). The roughness parameters are §
= 0.1\ and @ = 0.2\, where \ is the vacuum wavelength
of the incident light, when the medium of incidence (¢,
= 2.4336) is optically less dense than the scattering me-
dium (e = 2.6569) [Figs. 4(a) and 4(b)] and when the me-
dium of incidence (e, = 2.6569) is optically more dense
than the scattering medium (e = 2.4336) [Figs. 4(c) and
4(d)]. The values of 7 in this case are therefore 7%
= 70.2233, respectively. For comparison the contribu-
tion to the mean differential reflection coefficient from the
incoherent component of p- and s-polarized scattered light
calculated by means of the formally exact numerical
simulation approach'® is plotted by dashed curves.

As expected, the scattering of light from a rough inter-
face with a low dielectric contrast is extremely weak. As
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Fig. 3. Reflectivity of a one-dimensional randomly rough

dielectric—dielectric interface characterized by the Gaussian
power spectrum (solid curves) and of a planar interface (dashed
curves) as functions of the angle of incidence, 6,, for 6, in the
immediate vicinity of the critical angle for total internal reflec-
tion 6,, when ¢, = 2.6569 and € = 2.4336 for (a) p polarization
and (b) s polarization. The insets show plots of |C,(6,)|? and
|C,(6y)|? as functions of 6, for 6, in the immediate vicinity of
6.. The arrows indicate the critical angle in the presence of the
random roughness.
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Fig. 4. Contribution to the mean differential reflection coeffi-
cient from the incoherent component of the scattered light as a
function of the scattering angle 6, when (a) p-polarized light and
(b) s-polarized light are incident from the optically less dense me-
dium and when (c) p-polarized light and (d) s-polarized light are
incident from the optically more dense medium. The angle of in-
cidence 6, = 0°. The interface roughness is characterized by
the Gaussian power spectrum Eq. (2.8) with § = 0.1\ and a
= 0.2\. Dashed curves show the results of rigorous numerical
simulations.

seen from Fig. 4 the s-polarized light is scattered more
strongly than the p-polarized light. In the case in which
light is incident onto the interface from the optically more
dense medium, (JR/36,)i,con displays asymmetric peaks
at 6, = 6,, analogous to the Yoneda peaks occurring in
the scattering of x rays from solid surfaces.®® These
peaks come from the factors cos 6,|G(q)|? and cos 6y|G(k)|?
in Eq. (5.6). These functions increase with ¢ and 2 and
reach their maxima at the branch points of the Green’s
functions, that is, when the angles of incidence or scatter-
ing reach the critical angle 6, for total internal reflection;
the functions vanish at 6, = #/2, 6, = w/2, owing to the
presence of the factors cos 6, and cos 6,. In the case of
the scattering of p-polarized light incident from the opti-
cally more dense medium [Fig. 4(c)], the minimum analo-
gous to that obtained in Refs. 6 and 19 at an angle of scat-
tering that was called the Brewster angle for diffuse
scattering cuts the peaks from the side of the smaller
angles of scattering. It is easy to see from the analytical
results of the small-amplitude perturbation approach to
the scattering of p-polarized light?® that the contribution
to the mean differential reflection coefficient from the
term of the lowest order in the surface profile function,
which describes the single-scattering processes, vanishes
when eqk — eyal(q)a(k) = 0, where

k= (w/c)\/e—osin 0o,
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q = (wlc)\eysin 6,
a(q) = (wlc)(cos® 6, — g

a(k) = (w/c)(cos® 6, — n)V2.
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However, when the interface roughness is increased, the
scattering processes of higher order smear out the mini-
mum.

In Fig. 5 we present the results for the contribution to
the mean differential reflection coefficient from the inco-
herent component of the p- and s-polarized scattered light
when the roughness of the interface is characterized by
the rectangular power spectrum given by Eq. (2.9) cen-
tered at [min(e, )]Y*(w/c), when the medium of inci-
dence is optically less dense than the scattering medium
[Figs. 5(a) and 5(b), respectively] and when the medium of
incidence is optically more dense than the scattering me-
dium [Figs. 5(c) and 5(d), respectively]l. The roughness
parameters in this case are § = 0.1\ and 6,,,, = 12°. As
in the case of the scattering from the surface with the
Gaussian power spectrum, the s-polarized light is scat-
tered more strongly than the p-polarized light and pro-
duces a stronger enhanced backscattering peak. The
situation is similar to that encountered in the scattering
of light from a rough dielectric surface with large rms
heights and large rms slopes, when the multiple reflection
of light from the slopes is important for producing the en-
hanced backscattering peak.?! Since the p-polarized
light is reflected considerably more weakly than the
s-polarized light, the diffuse scattering of the former is
also weaker. The phenomenon of total internal reflec-
tion, which amplifies the diffuse scattering and produces
the enhanced backscattering peak present in the results
of Ref. 22, increases the scattered intensity in the case
considered in this paper but is not able to overcome the
effects of the low dielectric contrast.
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Fig. 5. Contribution to the mean differential reflection coeffi-
cient from the incoherent component of the scattered light as a
function of the scattering angles 6, when (a) p-polarized light and
(b) s-polarized light are incident from the optically less dense me-
dium and when (c) p-polarized light and (d) s-polarized light are
incident from the optically more dense medium. The interface
roughness is characterized by the rectangular power spectrum
Eq. (2.9) centered at (min{e,e}) ?w/c with 6 = 0.1N and Oy,
= 12°.
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We recall that the expression for the contribution to the
mean differential reflection coefficient from the incoher-
ent component of the scattered light [Egs. (5.6) and (5.8)]
contains contributions of second, third, and fourth orders
in 7. However, each contribution contains all orders in
the interface profile function. Therefore there are no re-
strictions on the degree of the interface roughness except
those imposed by the Rayleigh hypothesis, and we can
study the scattering of light from fairly rough interfaces.
The form of the expression for (JR/36,);con is similar to
that which is usually obtained in the framework of many-
body perturbation theory. The first two contributions to
T42)(q| k) are the contributions from the ladder and the
maximally crossed diagrams, respectively. In the pole
approximation, if we had one, the first term in Eq. (5.9d)
would produce an enhanced backscattering peak with a
half-width equal to the inverse mean free path of the ex-
citations associated with poles of the Green’s function
G(p). At the same time, the second term would produce
a background of the same magnitude as the magnitude of
the peak in the first term. We consider in this paper the
interface between two dielectric media, characterized by
positive dielectric constants. In this situation there are
no surface polaritons, and the Green’s function G(p) does
not have poles. However, it has branch points at p
= *Jeow/c and p = *\Jew/c. In the case of the
dielectric—dielectric interface, the branch points lead to
peaks in the product of the Green’s functions G(p)
X [G(x — p)]* exactly as the poles do in the case of a
metal surface.?’ They are much wider and weaker, of
course, than those associated with the surface polaritons,
but, nevertheless, they play exactly the same role. It is
known (see, e.g., Ref. 7) that lateral waves are associated
with the branch point in the Green’s function at p
= ~+[min(e, )]"?w/c. These are waves that propagate
along the interface in a wavelike manner, are radiative
waves in the optically more dense medium, and are inde-
pendent of the distance from the interface in the optically
less dense medium. In the case in which both media in
contact are lossless, the amplitude of the lateral wave
field is determined by the difference (\e; — Ve)(w/c) and
decays algebraically as L %2, where L is the distance
along the interface. As a result, the width of the en-
hanced backscattering peak is proportional to the dielec-
tric contrast. The interface roughness induces additional
losses, so the enhanced backscattering peak in this case is
quite broad. In addition, the peak is non-Lorentzian,
since the peaks associated with the branch points are
non-Lorentzian. It should also be mentioned here that
the power spectrum of the interface roughness should be
sufficiently large in the vicinity of the branch points, as it
should also be in the vicinity of the poles associated with
surface plasmon polaritons, to allow efficient excitation of
the lateral waves. For a Gaussian power spectrum of the
interface roughness this means that the correlation
length @ should be small, @ < 7\[min(e, g)]"2, where \ is
the vacuum wavelength of the incident light. The use of
the rectangular power spectrum g(|@|) of the interface
roughness centered at @ = [min(e, g)]Y2w/c, Eq. (2.9),
greatly amplifies the enhanced backscattering in the case
in which light is scattered from the random interface be-
tween two dielectric media, as it does in the case in which
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the enhanced backscattering is caused by the surface
plasmon polariton mechanism.!%?°

7. CONCLUSIONS

In the present paper we have described a perturbation ap-
proach to the problem of the scattering of light from a
one-dimensional randomly rough interface between two
dielectric media with low dielectric contrast. In this ap-
proach we have calculated the self-energy and the two-
particle Green’s function as expansions not in powers of
the profile function {(x) of the interface but as an expan-
sion in powers of the dielectric contrast » = ¢, — e.
Therefore there are no restrictions on the strength of the
surface roughness except those required for the validity of
the Rayleigh hypothesis. Several conclusions can be
drawn from the results described here.

The first is that at a one-dimensional randomly rough
dielectric—dielectric interface the Brewster angle (in p po-
larization) is shifted from the value it has when the inter-
face is planar. The shift is in the direction of smaller
angles when the medium of incidence is optically less
dense than the scattering medium (e, < €) and is in the
direction of larger angles when the medium of incidence is
optically more dense than the scattering medium (e,
> €). The former result is consistent with results ob-
tained for the roughness-induced shift of the Brewster
angle obtained by several different approaches in the
scattering of p-polarized light, incident from vacuum, on a
one-dimensional random dielectric surface. #4716 It is
also consistent with the theoretical results obtained by
Baylard et al.’ and Kawanishi et al.,® as well as with the
experimental results of De Roo and Ulaby,?® for the scat-
tering of p-polarized electromagnetic waves, incident from
vacuum, on a two-dimensional random dielectric surface.
For the dielectric contrasts assumed in the present work,
|7| = 0.223, and the roughness parameters adopted, &
= 0.2\ and a = 5\, the shifts of the Brewster angle cal-
culated are of the order of 0.1°. This is a small value but
one that should be measurable. The magnitude of the
shift of the Brewster angle from its value for a planar in-
terface is larger in the presence of total internal reflection
than when it is absent.

The second conclusion we can draw is that in the case
in which the medium of incidence is optically more dense
than the scattering medium (e, > €), so that the phe-
nomenon of total internal reflection occurs, the value of
the critical angle for total internal reflection is shifted by
the roughness of the interface from its value when the in-
terface is planar. In the case in which the interface
roughness is characterized by the Gaussian power spec-
trum, Eq. (2.8), and for the roughness parameters as-
sumed here, the shift is in the direction of larger angles
for incident light of both p and s polarization.

In the scattering of light from a one-dimensional ran-
domly rough dielectric—dielectric interface, the angular
dependence of the intensity of the incoherent component
of the scattered light displays an enhanced backscattering
peak, which is caused by the coherent interference of each
multiply scattered lateral wave path with its reciprocal
partner. When light is scattered from a rough interface
whose roughness is characterized by a rectangular power
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spectrum centered at [min(e, €)]"?w/c, the enhanced

backscattering peak is amplified considerably. As ex-
pected, the enhanced backscattering peak as well as the
diffuse background is stronger when light is incident onto
the interface from the optically more dense medium. The
most favorable situation for observing enhanced back-
scattering from a dielectric—dielectric interface is when
s-polarized light is incident from the optically more dense
medium onto a random interface whose roughness is
characterized by a rectangular power spectrum. In this
case the angular distribution of the intensity of the inco-
herent component of the scattered light also displays
strong asymmetric peaks when the scattering angle
equals the critical angle for total internal reflection,
which are analogous to the Yoneda bands observed in the
scattering of x rays from a solid surface.

Finally, we point out that a variant of small-contrast
perturbation theory has been explored recently in connec-
tion with the scattering of light from, and its transmission
through, a random interface between two different dielec-
tric media.?*26 It differs from the approach presented
here in several respects. In application to a one-
dimensional random interface, the expansion parameter
is not €y — € but rather the difference between the dielec-
tric constant of the system, e(x;,x3) = €y0[x3 — {(x7)]
+ €6[{(x1) — x3] in our notation, where 6(x) is the
Heaviside unit step function, and its ensemble average
€oir(x3) = (€(x1,x3)). In addition, it is an essentially nu-
merical approach. It can yield accurate results for the
reflectivity?® and transmissivity?® for values of €, — € up
to 2.25 and 5.0, respectively, for rms heights of the rough-
ness up to M2 and transverse correlation lengths of up to
2\. In its present form, however, it cannot predict en-
hanced backscattering and enhanced transmission, nor
cross-polarized scattering from two-dimensional random
surfaces, but this appears to be due more to computa-
tional reasons than to any fundamental limitation of the
theory.

APPENDIX A

From Eqgs. (38.17) and (3.22) we see that to calculate
{V(q|k)} we have to calculate the average:

{v(qlk)}
(v(glk))

= dp,
7(A(qlk)) + 7 J —(F(q|p1 )A(p4lk))

dpl dp2 = dpg
+ 7 _<F qlpy)

F(p1lp2)F(palps)A(pslk))y + . (A1)

dp,
+ 7 fﬁ f —<F(q|p1)F P1lp2)A(pslk))

To calculate the contribution to (v(g|k)) of zeroth order in
n we have to calculate the contribution of this order from
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each term on the right-hand side of Eq. (A1) and sum the
results. To obtain the contribution of zeroth order in 7
from any term, it suffices to replace the average of that
term by the product of the averages of the individual fac-
tors in it. In this way we obtain
{v(glk)} o) = 278(q — k)la(k) — f(k)a(k)
+ f2(k)a(k) — -]
a(k)
1+ flk)

275(q — k) (A2)

The leading contribution to {v(q|k)} that is of nonze-
roth order in 7is of O(%?) and is obtained by summing in
each term on the right-hand side of Eq. (A1) the results
obtained by pairing two of the factors in all possible ways,
irrespective of order, evaluating their cumulant average,
and then multiplying the latter by the product of the av-
erages of each of the remaining, unpaired, factors. In the
nth-order term (n = 2) two types of contributions arise.
The first consists of the n — 1 terms in which one of the
F(p;|p;) is paired with A(p, _;|k), while the remaining
n — 2 factors of F(p,|p ;) are averaged individually; the
second consists of the (n — 1)(n — 2)/2 terms in which
two of the F(p, p;) are paired, while the remaining
n — 2 factors [including A(p, ;)] are averaged individu-
ally. The contribution to {v(q|k)} from the first type of
pairing is

{v(glk)}ay = 7*[1 — flq) + f3(q) — -]

X f Q—{F(qlp)[l - f(p)
a

—

+ f2(p) — - JA(plk)}

s 1 J'Wﬁ{F(qlp)A(plk)}
"1+ R ) 2n 1)

(A3)

The contribution from the second type of pairing is

{v(gl|k)}ag) = 7’[1 = flq) + f2(q) — -]

= dp
Xf Q—{F(qlp)[l—f(p)
T

—©

+ f%(p) — ---1F(plk)}

X [1 = f(k) + f2%(k) — ---Ja(k)
o, 1 » dp {F(q|p)F(plk)}
"1+ A ) 2r 1+ fp)

a(k)
X — (A4)

1+ f(k)

From Eq. (3.17) we also see that to evaluate the cumu-
lant average {V(q|p)V(p|k)} appearing in the integrand
on the right-hand side of Eq. (4.10b) to second order in 7,
we have to evaluate the cumulant average,

{v(glp)v(plk)} = (v(glp)v(plk)) — (v(g|p))v(plk)),
(A5)
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to the same order. To do this we multiply two iterative
solutions to Eq. (3.18) and average the result term by
term. The lowest-order contribution to (v(q|p)v(p|k))
as an expansion in powers of 7, which is of zeroth order in
7, is obtained by replacing each average of the product by
the product of the averages of the individual factors.
However, since what we need is not (v(q| p)v(p|k)) itself,
but the difference (v(g|p)v(plk)) — (v(q|p)}v(plk)),
the zeroth-order contribution to (v(q|p)v(p|k)) can be
omitted since it does not contribute to this difference.
The contribution to (v(q| p)v(p|k)) of second order in 7 is
obtained from the sum of terms in which two factors are
paired and the cumulant average of their product is mul-
tiplied by the product of the averages of the remaining
factors. However, the only terms of this type that con-
tribute to the difference (v(q|p)v(pl|k)) — (v(g|p))
X (v(plk)) are those in which one of the paired factors
whose cumulant average is calculated comes from the ex-
pansion of v(q|p) while the other comes from the expan-
sion of v(p|k).

Four classes of terms contribute to (v(q|p)v(p|k))
— (v(q|p)){v(p|k)) to order »?. They are defined by
the two factors that appear in the pair whose cumulant
average is evaluated. They can be written schematically
as {AA}, {FA}, {AF}, and {FF}. These four categories of
terms can be summed to yield the result that to O(#?),

{v(g|p)v(plk)} 2[ A(qlp) ~ Flqlp) alp)
v v =
R "o T 1+ @) T+ )
Alplk)  Fplk)
1+f(p) 1+ f(p)
a(k) }
“TTaml (A6)
1+ f(k)
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We report the experimental study of the enhanced backscattering from a random rough surface through a laser

dye-doped polymer.
rough gold layer with a large slope.

The sample is a slice of pyrromethene-doped polymer coupled with a two-dimensional
When the sample is illuminated with an s-polarized He—Ne laser and

pumped by a cw argon-ion laser, amplified backscattering is observed. The enhanced backscattering peak

increases sharply and its width narrows for a sample with low dielectric constant |e,|.

of America
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One of the most interesting phenomena associated with
the scattering of light from a randomly rough surface
is enhanced backscattering. It is characterized by the
presence of a well-defined peak in the retroreflection
direction, which results primarily from the coherent
interference of each multiply reflected optical path
with its time-reversed partner.!~* Recently a theoreti-
cal study of volume and surface scattering showed
that novel enhanced backscattering peaks result from
an amplifying random medium and surface. An ex-
ample of an amplifying medium is a laser material.
The amplification is more pronounced for long paths
that build up the structure of the enhanced backscat-
tering peak and qualitatively change this backscatter-
ing. In particular, it is theoretically predicted that the
peak will become sharper as the gain of the medium
is increased.>® However, we are aware of no previous
experiments that would confirm this. In this Letter
we investigate enhanced backscattering from a rough
surface through a laser dye-doped polymer and report
some preliminary experimental results.

Laser dyes are highly efficient gain media either
for laser sources with narrow pulse widths and wide
tunable ranges or for optical amplifiers with high
gain and broad spectral bandwidths. Obviously, it
was convenient to use the broadband gain of laser
dyes in visible wavelengths for our study. Laser dyes
captured in a solid matrix are much easier and safer
to handle than their counterparts in liquid form.
Moreover, the photostability of some organic laser
dyes improves when molecules are trapped in solid
matrices.”®

We doped laser dyes in acrylic polymer hosts [e.g.,
poly(methyl methacrylate) and poly(ethyl methacry-
late)] to prepare our gain samples.” The laser dyes
were dissolved into the mixed monomers before the
polymerization. The monomers used included methyl
methacrylate and ethyl methacrylate. Specific
amounts of initiator (lauroyl peroxide, 0.03 wt. %) and
a chain transfer agent (1-butanethiol, 0.35 wt. %) were
added to the dye-doped monomers, and the samples
were prepared by thermal polymerization. A new
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class of laser dye, pyrromethene-based laser dyes, has
attracted considerable interest recently because these
dyes have shown the highest fluorescence quantum
efficiency (typically more than 80%) and a triplet
extinction coefficient that is merely one fifth that of
Rhodamine 560.1° Hence, in addition to fabricating
samples doped with conventional laser dyes such as
Rhodamine 6G, Rhodamine B, and fluorescein, we
prepared several samples doped with pyrromethene.
All the dye-doped gain polymers were polymerized by
the same thermal polymerization process, with the
process temperature progressively increased from 36
to 98 °C over a period of several days. The process
was completed with heat treatment for several days at
temperatures from 80 to 98 °C. Finally, the dye-doped
polymer samples were cut and polished to various
thicknesses for coupling in scattering experiments.

For dye-doped polymers the thermal, chemical,
mechanical, and optical properties are of great im-
portance. For the present experiment the most
important factor is the gain that scattered light
would have through a dye-doped polymer. The gain
factor can be found from a simple model based on
the well-known singlet—triplet energy-level system of
dye molecules.’* In this model the singlet states (the
ground state Sy and the excited states Si, Sg, ...) are
formed by the two most energetic electrons with their
spin antiparallel, resulting in spin S = 0. The triplet
states (ground state Ty and excited states T4, T, ...)
are formed when the spins of the two electrons are
in parallel; thus S = 1. They have three possible
orientations (S = —1, 0, 1) with respect to an external
magnetic field. In fact, every excited singlet state
(S1, Sg, ete.) is accompanied by a triplet state (T, T,
etc.) of lower energy. Various optical processes are
associated with the electron transitions between these
energy levels. For example, the main absorption is
normally due to the transition from Sy to Si, and the
dominant spontaneous (fluroescence) or stimulated
emission is due to the transition from S; to Sy. These
are two processes that are directly related to the gain
factor. Other relevant processes are associated with

0 2000 Optical Society of America
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the nonradiative intersystem transitions (e.g., S; to T,
and T4 to Sy), excited-state absorption (e.g., S; to Ss or
S,, and T4 to T or T},), and nonradiative inner-system
transitions (e.g., S, to S; ). In a gain medium the
signal intensity, I = I(A, z), where z is the signal
propagation direction, is governed by

ar _ar ay
dz  dz lstim,5,=8, dz lab,sp=s, dz

ki

ab, T1=Ts, T3
@))

where the total signal intensity increases because
of stimulated emission and decreases because of
absorption. The signal’s optical intensity from
stimulated emission is well known and can be ex-
pressed as

dI _ [N1 — No(ga/g1)IME(A) 7—

dz 8mrcen?

I, (2)

where Ny, g1 and Ni, g2 are the populations (usu-
ally atom densities) and degeneracies, respectively,
of Sy and S; states. Here ¢ and A are the velocity
and the wavelength of light, respectively; n is the re-
fractive index of the gain medium, 7 is the fluores-
cence decay time for spontaneous emission, E(A) is the
spontaneous emission line-shape function that satis-
fies |, :;E (A)dA = ¢, where ¢ is the fluorescence quan-
tum yield, and vy is the gain constant. In general, the
pump energy E absorbed per unit volume is expressed
by E = fg 7s(v)a(v)dv, where s(v) is the optical flux
[W/em?/Hz], a(v) is the absorption coefficient [1/cm],
v is the frequency of light, and 7 is the fluorescence
decay time [s]. When a single-wavelength pump laser
is used, the number of absorbed pump photons can be
expressed as N = (7/hv)s(v)a(v). If the absorption
quantum efficiency is 7(v), the excited molecule num-
ber per volume is N1 = (7/hv)n(v)s(v)a(v). When all
the pump power absorbed produces excitation of active
dye molecules, e.g., when the excited-state absorption is
neglected, we have n(v) = 1. Of course, in most prac-
tical cases, 1(v) is less than 1.

In practical applications, the pump wavelength must
be sufficiently shorter than the signal wavelength.
This ensures an ideal case for optimal gain: The pump
excites the molecules efficiently, and the signal is
amplified effectively. In these cases, we have simply
AN =[N7 — Nyo(g2/g1)] = N1. Then the gain constant
of the dye-doped polymer samples can be evaluated by

- n(Vp)S(Vp)a(Vp))‘s4E()\s) .
8mwen2hv,

3

As an example, we estimate the gain constant of a Rho-
damine 6G—doped polymer sample with an argon laser
(514 nm) as the pump and a He—Ne laser (632.8 nm) as
the signal source. Taking typical parameters of Rho-
damine 6G, e.g., (1) = 0.9 and E(A) ~ 4 X 10*/cm
as well as sample parameters a(r) = 10 dB/mm and
n = 1.48, we have a gain constant of ~2.3 dB/cm,
given a pump power of 10 W with a spot area of
0.2 mm X 0.2 mm. The gain constant defined by
Eq. (2) can be related to the imaginary component of

dielectric constant € by I = Iye”? with a gain constant
y = (2w/A)(e2//€1). The gain in the range of a few
decibels per centimeter corresponds to small €5 values.

Figure 1 is a diagram of the optical setup. Usually
high pump intensity is needed. For optimal pump
efficiency the pump and the scattered beams should
be collinearly irradiating the gain layer and rough
surface. Hence the scattering main beam is coaxial
with the pump beam. Both pump and scattering
beams would better be focused, with the pump beam
size slightly larger than the scattering beam size.
A narrow-band-pass filter is necessary because the
fluorescence from laser dyes is typically broadband,
and it may easily become mixed with the output signal.

The wavelength of the scattered beam must be
sufficiently separated from that of the pump beam
to avoid high absorption near the pump wavelength.
Additionally, it must be sufficiently close to the fluo-
rescence peak to ensure a significant optical gain.
The dye-doped polymer samples have absorption
peaks at 470—540 nm wavelengths and fluorescence
peaks at 570—670 nm. Hence suitable pump sources
for these samples are frequency-doubled YAG lasers
(wavelength, 532 nm) and argon lasers (wavelength,
514 or 488 nm). Fluorescence measurement has
shown that pyrromethene-doped polymers have their
emission peaks near 650 nm. This suggests that
pyrromethene-doped polymer would be appropriate
for the current experiment, with a He—Ne laser at
633 nm as the signal (scattering) source. The detailed
experimental setup is described in Ref. 3.

The main scattering source is a 35-mW, s-polarized
He—Ne laser at 633 nm; the pump source is a 10-W
argon-ion laser at 514 nm. The laser beams can be
focused onto an area as small as 0.1 mm X 0.1 mm.
We specially fabricated a sample for our experiment.
The mean thickness of the designed photoresist film
was ~10 um, and that of the glass was 2 mm. In
view of the need to accommodate one-dimensional or
two-dimensional (2-D) scattering theories, a 2-D very
random rough surface was fabricated by use of random
speckle patterns.!? Then a layer of gold was deposited
onto the rough surface. The surface profile of the 2-D
random rough surface was measured with a Dektak
3030 profilometer. Statistical analysis of data from
10 profiles determined that the rms roughness was
1.2 um and the 1/e correlation length was 3.1 um.
Finally, a layer of dye-doped polymer was coupled with
the gold rough surface.

scattering light
o optical detector
pump light !
T~ optical BPF ‘
gain medium 1' \
rough surface
Fig. 1. Sketch of the optical setup.
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The amplified scattering for a 2-D random rough
gold surface with dye-doped polymer is shown in
Fig. 2. Figure 2(a) shows the far-field intensity dis-
tribution of the 2-D gold rough surface coupled with
pyrromethene-doped polymer when no pump beam is
used. The thickness of the polymer is ~3 mm. The
s-polarized laser beam is applied at an incident angle
of —5°. An enhanced backscattering peak at the
retroreflection direction of 5° is observed. Figure 2(b)
shows the far-field intensity distribution with a pump
power of 2 W. Here the incident angle of the main
beam remains —5°, so the enhanced backscattering

March 15, 2000 / Vol. 25, No. 6 / OPTICS LETTERS 377

peaks at 5°. Comparing Figs. 2(a) and 2(b), we find
that the enhanced backscattering peak has increased
from 9.8 to 11.4 and the width has narrowed from 1.9°
to 1.5° for amplified scattering from the rough gold
surface through the dye-doped polymer. Because of
the interference of the source and the detector, the
center part of the backscattering peak is missing;
however, the general effect should remain the same.
Figure 3 depicts the experimental results for the same
2-D gold rough surface with the dye-doped polymer,
where the enhanced backscattering peaks obtained
from e = 0 (without pumping), e, = —38.6 X 1078 (with
2-W pumping power), and e = —1.2 X 107° (with
8-W pumping power) have been shifted vertically and
normalized such that their maxima coincide. This
figure demonstrates clearly that the enhanced
backscattering peak is sharper and the width is
narrower when the pump power is increased for a low
dielectric constant |es|. It is also found that the accom-
panying background noise is the result of nonuniform
distribution of the pump power. We believe that the
results from an amplifying polymer bounded by a
random rough surface here could be explained by the
theoretical prediction® of the enhanced backscattering
for a leaky guided-wave model with a low dielectric
constant |es]. The enhanced backscattering peak is
proportional to |A|™!, and its width is proportional to
|A]|, where |A| is the smallest decay/amplification rate
of the guided waves supported by the dye-doped poly-
mer in the presence of the surface roughness. |A| de-
creases with increasing dielectric constant |e3|. That
is why, when dielectric constant |ez| increases, the en-
hanced backscattering peak is sharper and its width is
narrower.

The authors are grateful for useful discussions with
Zong-Qi Lin. We express our gratitude to the U.S.
Army Research Office for its support under contracts
DAAG55-98-C-0034 and DAAD19-99-1-0321.
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Light scattering from an amplifying medium bounded by a randomly rough surface:
A numerical study
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By numerical simulations we study the scatteringsqolarized light from a rough dielectric film deposited
on the planar surface of a semi-infinite perfect conductor. The dielectric film is allowed to be either active or
passive, situations that we model by assigning negative and positive values, respectively, to the imaginary part
e, of the dielectric constant of the film. We study the reflectaRcand the total scattered energffor the
system as functions of botk, and the angle of incidence of the light. Furthermore, the positions and widths
of the enhanced backscattering and satellite peaks are discussed. It is found that these peaks become narrower
and higher when the amplification of the system is increased, and that their widths are linear functigns of
The positions of the backscattering peaks are found to be independentvatfile we find a weak dependence
on this quantity in the positions of the satellite peaks.

DOI: 10.1103/PhysRevB.64.035425 PACS nuniberd2.25.Dd, 42.25.Bs

I. INTRODUCTION In this work we calculate the reflectivity of a surface-
random vacuum-dielectric-metal film geometry, illuminated
In the first half of the 1990s and subsequently, amplifyingfrom above bys-polarized light of frequency. The metal-
volume disordered media received a great deal of attentiodlielectric interface is assumed to be flat, while the vacuum-
from theoristd? and experimentalistsS alike. This attention dielectric interface is described by the surface profile func-
was partly motivated by the suggestion of using random voltion ¢(x1). The amplifying medium(.e., the film is
ume scattering media to construct a so-called random fasefnodeled by a dielectric medium whose dielectric constant
For scattering systems possessing surface disorder in contrdtS an imaginary pa, that is negative, while its real part
to volume disorder, the overwhelming majority of theoretical#1 IS Positive. The values of, are chosen so that they in-
and experimental studies were devoted to scattering frorfilude gains[g=2mle,|/(\\s1)] in the medium that are -
passive(i.e., absorbingmedia. Only recently has the surface Physically realizable. The assumption of a negative imagi-
scattering community begun study surface-disordered ampl&Y part toe is the simplest way of modeling st|mulg1ted
fying systems. The only literature on the scattering of light€MiSSion in this system. The reflectivity is given I3(k) [,
from amplifying surface-disordered media known to us is theVNere R(k) is defined in terms of the scattering amplitude

2 _ _ 2 i .
theoretical study by Tutoet al® and the experimental inves- Eér?meb\)//vgvi(%':r)n)llaer; ;;%7;5;% rke)lgél(;) |to. :Reth; g;Ieelz of
tigation by Gu and Penyln the theoretical work by Tutov incidence and scattering  byk=(w/c)sind, and q

et al.” the authors conducted a perturbative study of the scatr

. X : T ; =(w/c)sin b, respectivelyl ; is the length of thex; axis
tering of s-polarized light from an amplifying film deposited covered by the random surface, and the angular brackets de-
on the planar surface of a perfect conductor, where th

I . . ) ote an average over the ensemble of realizations of the sur-
vacuum-film mFerface was a one':-dlmensmnal random 'nter,face profile functiory(x,). The scattering amplitud(q|k)
face character_lzed by a Gaussian power spectrum. In thi§ Jpiained by numerically solving the reduced Rayleigh
work we consider the same scattering system, but apply @quation it satisfies for a large number of realizations of
numerical simulation approach for its study. The numerical (x1), and(R(q|K)) is obtained by averaging the results. As
approach is based on the solution of the reduced Rayleig xpected, the reflectivity of the amplifying medium with a
equation that the scattering amplitude for the system satisandom surface is larger than that of the corresponding ab-

fies. The use of a numerical simulation approach enables Ugrping medium, viz. a medium with the same valuésof
to study possible nonperturbative efféctsat could not be  pyt with e, positive, for all angles of incidence.

accounted for by the perturbative technique used in Ref. 5.

Furthermore, we also use a different power spectrum of the

surface roughness. In particular, a West-O’Donfieil rect- Il. SCATTERING THEORY
angulay power spectrurthis used in this work, in contrast to
the Gaussian power spectrum used by Tuédwal. Such a
power spectrum allows for the suppression of single scatter- The scattering system that will be considered in this paper
ing over a range of scattering angles and, more importantlygonsists of a dielectric film, with a randomly rough top in-
it opens the possibility for a strong coupling of the incidentterface, deposited on the planar surface of a semi-infinite
light to guided waves supported by the film structure. perfect conductor. In particular, it consists of a vacuum in

A. Scattering system

0163-1829/2001/68)/035425%7)/$20.00 64 035425-1 ©2001 The American Physical Society
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netic wave of frequencw, the only nonzero component of
the electric field vector in the regiog> {(X1) maxiS the sum
of an incident wave and a scattered field:

\ / E2>(X1,X3|w)=eikX1*iao(k,w)x3

X,

1 90 Gs /‘,"I N foc ?R(q|k)eiqxl+ia0(q,w)xs_
e 1Y el —2m
P 2.4
/\\/ = /\ % In this equationR(qg|k) denotes the scattering amplitude,

while we have defined

——¢? la[<welc

ao(q,0)= (2.9
i 2 |q|>wlc.

FIG. 1. The scattering geometry considered in the present work. From a knowledge of the scattering amplitude one can
. . . . . define the differential reflection coefficie®RC) JR/J0;.

the d(eglqn><t3r]> g(x%), agjm[;llfymg or z?jbsorblfngtmelegtnc It is defined such thatdR/d6s)d 6 is the fraction of the total
mec |urrr]1 n _ereg|0|°:d _F(ﬁ ¢(x1), an a ger ec (cj:o_n Il:J_C' time-averaged flux incident on the surface that is scattered
tor In the regiorxs< —d. This geometry Is depicted In Fig. g the angular interval 5 about the scattering angg, in

1. The rcj)l:gk;)surchelprofl:e f(ljJI’;C'[IO?; der]:(_)tted &xa), 'St tdwe limit asd6,—0. The contribution to the mean differen-
?‘53!;]["6 t'o ble asing e-v? ued tunc 'OQ ?j IFS a}[rhgumen ' in_ al reflection coefficient from the coheref#gpecular com-
is differentiable as many times as needed. Furthermore, it i§onent of the scattered field is given®s§

assumed to constitute a zero-mean, stationary, Gaussian ran-
dom process defined by < aR> 1 o cosé,
coh

(¢(x1))=0, (2.19 30| Ly 2mc cosb,

[(R(a[k)?, (2.6

b , and the contribution to the mean differential reflection coef-
(LX) {(x1))= "W(|x1 = x41]), (21D ficient from the incoherentdiffuse) component of the scat-

where(-) denotes an average over the ensemble of realizd€red field is given by
tions of {(x,), and § is the rms height of the rough surface. IR 1 o co2d
Moreover, W(|x,|) denotes the surface height autocorrela- <_> = s
tion function, and is related to the power spectrum of the \90s/ o, L1 27C COSOo

[(IRalK) % = KR(ak))[].

surface roughnesg(|k|) by (2.6b
. In Egs.(2.6), L4 is the length of thex; axis covered by the
g(|k|):j dx;W(|x,|) ek, (2.2  random surface, and the wave numbleedq are related to

the angles of incidenc®, and the angle of scattering

In the numerical simulation results to be presented later, Wgccordlng to
will assume a rectangular power spectrum, also known as the

West-O’Donnell form, k= %sin 0y, 9= %sin 0. (2.7
__ 7 Both these angles are measured from the normal to the mean
k|)=+———[0(k—k_)0(k, —k
9(Ik]y k+—k,[ ( )0k k) surface, as indicated in Fig. 1.
0=k —K) B(K+K )], 2.3 From the definition of the mean differential reflection co-

efficient, we find that the reflectance of the surface is defined

where 6(K) is the Heaviside unit step function, akd are  according to

parameters to be specified. This power spectrum was re- o JR

cently used in an experimental study of enhanced back- R= d05<—> =|R(K)|?, 2.9
scattering from weakly rough surfaces. — w2 905/ on

wherek is given by Eq.(2.7), and R(k) is related to the
scattering amplitudgR(q|k)|? by [(R(q|k))|?=L.278(q

If the vacuum-dielectric interfaces=¢(x4) is illumi- —Kk)|R(k)|. Likewise, the total scattered energyormal-
nated from the vacuum side by an s-polarized electromagzed to the incident energys defined by

B. Scattering equations

035425-2
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(2.9

where(dR/d86) is the total mean DRC, i.e., the sum of the

coherent and incoherent contribution as defined in Eqsg

(2.63 and(2.6b), respectively.

amplitude entering into the above equations. It has previs

ously been shown th&(q|k) is the solution of the so-called
reduced Rayleigh equatidhThis single, inhomogeneous in-
tegral equation forR(qglk) for our scattering geometry
reads®

[ s2melara=Npk, @108
where
gla(p,@)d
MRl = o) T a(p.a)  [0(d@) T a(p.w)[p—q]
e ia(p,w)d
" a0 —a(pw) (@)
—a(p,o)|p—q], (2.100
gia(p.w)d
N(PIK) = = e —ag(ka) L(P:@) ~ @o(k.@)[p—K]
e ia(p.w)d
a(p,w) Fagk,w) L AP
—ag(k,0)|p—KI, (2.100
with
|(7|CI)=J’ldxle‘”(xl)e*‘qxl. (2.109
In writing Eq. (2.10, we have introduced
(1)2
a(q,w)= s(w)g—qz, (211

where the branch of the square root is chosen so that the reaicely with their positionsg.. =

part of a(q,w) is always positive, while the imaginary part
is positive whene,>0, but is negative when,<0.

PHYSICAL REVIEW B 64 035425

ence in the length of the surface that can be handled practi-
cally with today’s typical computer resources. The numerical
solution of the reduced Rayleigh equation is done by con-
verting the integral equation into a set of linear equations
obtained by using an appropriate quadrature scheme and
olving the resulting system by standard numerical
_ techniques? Due to the increased numerical performance,

Qhe calculation of the (y|q) integrals was based on an ex-

pansion of the integrand in powers of the surface profile
function. This numerical method was recently applied suc-
cessfully to a similar scattering geométrgnd the interested
reader is directed to this paper for details of the numerical
method.

Ill. RESULTS AND DISCUSSIONS

For the numerical simulations to be presented below, we
have considered the scatteringsgbolarized incident light of
wavelength\ =632.8 nm. The film was assumed to have a
mean thickness =500 nm, and its dielectric constant at the
wavelength of the incident light was taken to kéw)
=2.6896tie,, Wheree, is allowed to vary over both posi-
tive and negative values. The surface profile function was
characterized by a power spectrum of the West-O’Donnell
type as defined in Eq2.3). For the parameters defining the
power spectrum, we usdd =0.86w/c andk, =1.97w/c.

For these values ok-, single scattering should be sup-
pressed for scattering angles in the rangg<55.1°. The
rms height of the surface was taken to &30 nm. Fur-
thermore, the length of the surface was taken to Lbe
=160\, and the numerical results were all averaged over
N,= 3000 realizations of the surface profile function.

In Fig. 2(a) we present the numerical simulation results
for the contribution to the mean differential reflection coef-
ficient from the light that has been scattered incoherently,
(0RI 0s)incon, for s-polarized light incident normally on the
mean surface{,=0°). Thevalues of the imaginary part of
the dielectric wergfrom top to bottom ¢,= —0.0025, 0,
and 0.0025. From this figure we note the enhanced back-
scattering peaks located di= 6,=0°. Moreover, two sat-
ellite peaks, located symmetrically about the position of the
enhanced backscattering peak, are easily distinguished from
the background. Their positions, as read from Fi@),2fit
+17.7°, calculated for the
corresponding planar geometry in the limit of vanishing.

The choices made far, of the film in Fig. 2a) correspond

The simulation results to be presented in Sec. lll wergo an amplifying or active film £,=—0.0025), a neither

obtained by directly solving numerically the reduced Ray-

amplifying nor absorbing film£,=0), and an absorbing or

leigh equation(2.10. This approach can treat much longer passive film €,=0.0025), respectively. This is reflected in
rough surfaces as compared to a rigorous numerical simuldrig. 2(a), where the contribution to the mean DRC from the
tion approach with the same use of computer power andlight scattered incoherently from the amplifying medium is
memory. An additional advantage of a numerical approactarger for all scattering angles than for the other two cases,

based on the reduced Rayleigh equation is Thandi/ can

due to the extra energy gained by the scattered light from the

be calculated to high precision, whereas the same quantitiesmplifying film. Moreover, it is interesting to note that the
calculated by a rigorous approach have been found to be leskfferences between these curves are largest for small scat-
accurate for the surface lengths typically used in such simutering angles, and as one moves to larger scattering angles

lations. We believe this difference in accuracy frandi{

these differences are reduced. The main reason for this is that

for these two numerical approaches is related to the differfor scattering anglel® | <55.1° the light undergoes multiple
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0.7 , . . , - To quantify better how the amplification or absorption
@ depends or,, we have studied the total energy scattered by
06 r €,=-0.0025 the surface as well as its reflectance. These two quantities,
T g=0 denoted by/(6y,e,) andR( 6y, respectively, are related
3 S 6= 00025 - YA(6o,€2) (6o.€2) resp y

to the mean differential reflection coefficient by E¢2.8)

and (2.9). The numerical results for these two quantities for
normal incidence are given in Figs(@ and 3b). For small
values ofe, we find that these quantities are linear dnp.
However, when the absolute value of the imaginary part of
the dielectric constant increases, a deviation from this behav-
ior is observed. The numerical data in both cases are well
fitted by a cubic polynomial ir,. In Fig. 3c) we present the
numerical results fot/ and R as a function of the angle of
incidence 6, for e,=*0.0025. It is seen that/(6,) is a
monotonically increasing or decreasing function of the angle
of incidence for positive and negative valuessgf respec-
tively, and the two curves fog,= *=0.0025 are symmetric
with respect to the liné/(6,)=1. For negativepositive ¢,

the total scattered energy is largemalley than unity. How-
ever, from the same graph it is observed tR4®,) is not a
monotonic function ofs,. Instead it has a minimum in the
vicinity of 25°. Below this value it is decreasing, while
above it is increasing. The reason for this behavior is due to
the excitation of a leaky guided wave supported by the scat-
tering geometry. The minimum in R(6,) occurs for an
angle of incidence corresponding to the wave number of the
leaky guided wave, and the excitation of this mode will take
away scattered energy from the specular direction, resulting
in a minimum iNR(6gy,&5) for this angle of incidence.

From Fig. Za) it can be observed that the widths of both
the backscattering and satellite peaks, in contrast to their
positions, are sensitive to the value of the imaginary part of

FIG. 2. The mean differential reflection coefficient for the inco- the dielectric function. S'r_lce the scattering Qeometry sup-
herently scattered light fdg) &,=0,%0.0025, andb) as a function ~ POIS (at least two true guided modes, the widths of these
of the same parameter. For both figures the angle of incidence wadeaks are expected to grow with(w)°. This is much more
0,=0°, and the wavelength of the incident light was apparent if we shift, but not scale, the tops of the enhanced
=632.8 nm. The dielectric constant of a film of mean thickngéss backscattering peaks to the same height. We have done so by
=500 nm was(w)=2.6896+ic,, Wheree, is as indicated in the  plotting ( IR/ 0s)incon—{ IR/ I0s) incorl 6,= 9, s a function of

figure. The randomly rough surface had a rms roughness$ of the scattering anglé, for various values of,, and the re-
=30 nm. The power spectrum was of the West-O’Donnell typegyits are shown in Fig. 4 for the backscattering pe#hg.
defined by the parameteks =0.86w/c andk, =1.97w/c. 4(a)] and the satellite pealgig. 4b)]. Figure 4a) clearly
shows that the width of the enhanced backscattering peak
increases as the imaginary part of the dielectric constant in-
Scattering, which will increase the effects of amplification creases. Or, in other Words] the enhanced backscattering
and absorption as compared to a system that is dominated Bysak becomes narrower and taller when the amplification of
single-scattering events for such scattering angles. In thghe medium is increased. This behavior is in qualitative
wings of the angular dependence of the mean DRG,  agreement with the experimental results reported recently by
>55.1°, where single scattering gives the main contributionGy and Pen§.This finding can theoretically be understood
the differences between the curves corresponding to differer§s follows: It can be shown that the enhanced backscattering

values ofe; is much less pronounced. In order to obtain apeak should have a Lorentzian form of total witith
more complete picture of how the incoherent component of

the mean DRC depends on the imaginary part of the dielec- Av(w)=A (o) +Adw), (3.2

tric function, in Fig. Zb) we present a plot showing

(IRId86s)incon @s a function ok,, as well as of the scattering where A () is the contribution to the width from the at-
angled,. The angle of incidence here was also chosen to béenuation or amplification of the guided waves, whilg( )
0,=0°. As seen from this plot, the positions of the peaks ards the broadening due to the scattering of such waves by the
fixed, or close to fixed, while the overall amplitude of surface roughness. Moreover, it can be showrrthat
(9R/30s)incon iNcreases monotonically with the decreasing

imaginary part of the dielectric constant. A (w)xe,. (3.2
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FIG. 3. The total scattered energg[Eq. (2.9)] and the reflectanc® [Eq. (2.8)] as functions of the imaginary part of the dielectric

constanf(a) and(b)] and of the angle of incidendg). In (a) and(b) the angle of incidence wa,=0°, while in (c) the imaginary part of
the dielectric constant was,= *+0.0025. The remaining parameters are as given in Fig. 2.

Depending on the geometrical and dielectric parameters aff the imaginary part of the dielectric constant.

the film, the total widthA{(w) can be dominated by either We will now examine how the full widthV/(e,) of the

A (w) or Ag{w). For the parameters considered in thisbackscattering peak depends ep In Fig. 5 we present
study, however, it is expectedhat A ({w)>|A (w)|>0. W(e,) Vs e,, as obtained from the numerical simulation re-
Therefore, the width should increase with increasing valuesults shown in Fig. 2. The width of an enhanced backscatter-

035425-5



SIMONSEN, LESKOVA, AND MARADUDIN PHYSICAL REVIEW B 64 035425

0.1 T T T T T T T T T 0.08
00 r 0.07
_i: -0.1 0.06 |
§ 6B g o005
<
Y 0.04
s -03
g 003 e Num. Calc.
S -04 : Fit
c
0.02 L ! -
05 e e oy e e vw ey L -0.01 -0.005 0 0.005 0.01
-0 8 6 4 2 0 2 4 6 8 10 €,
6, [deg]
FIG. 5. The full widthW(e,) (filled dot9 at half maximum
above the background at its position of the backscattering peak as a
function of the imaginary par¢, of the dielectric constant of the
0.0

film as obtained from the numerical simulation results of Fig. 2.
The solid line represents a linear fit i to the numerical data.

|
=
=

peaks where,=0. The opposite seems to hold true for an
amplifying film (¢,<<0). There are two reasons for this be-
havior of the satellite peaks. First, the real part of the self-
energy has a linear in, contribution, thus, in the presence
of surface roughness the values of the wave numbers of the
guided waves acquire a contribution linearin The second
reason is the strong dependence of the background intensity
s s s on the values of,. The increase of the background intensity
16 18 20 22 also shifts the visual positions of the satellite peaks to
6, [deg] smaller scattering angles. For the widths of the satellite
eaks, the quality of the numerical data, unfortunately, did
ot allow us to obtain reliable results.

|
S
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<aR/aes>inmh - <aR/aes)incah | 6=0

|
e
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—
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FIG. 4. Shifted plot for the mean DRC around the enhance
backscattering peafa) and satellite peak&). The quantities that
are plotted is(IR/36s) incon— ( IR/ 0s)incorl o,= 9, fOr the back-
scattering peaks an@R/d0s)incon— (IR 3 0s)inconl 0.~ 0, for the sat-
ellite peaks, wherd, is the (positive angular position of the sat-
ellite peaks. By numerical simulations we have studied light scattered

from an absorbing or amplifying dielectric film deposited on

the planar surface of a semi-infinite perfect conductor where
ing peak was defined as its full width at half maximum abovethe vacuum-dielectric interface is randomly rough. It has
the background at the position of the peak. Here the backbeen shown that the reflectan®¥ 6,,¢,), as well as the
ground was defined to be located at the minimum value ofotal scattered energy(6,,¢,), are decreasing functions of
(dRId0s)incon between the backscattering and satellite peaksthe imaginary part of the dielectric function of the film for a
Even though the data in Fig. 5 are somewhat noisy, a linediixed angle of incidence. Furthermore, it has been demon-
dependencésolid curve on g,, as predicted by Eq3.2), is  strated thai/(6,,e,) is a monotonically increasing or de-
easily seen. creasing function of the angle of incidence for fixed positive

In Fig. 4(b) we present the same kind of plot as in Fig. and fixed negative values of the imaginary part of the dielec-
4(a), but now for a satellite peak. One sees the that the widthric function, respectively. However, for the reflectance we
of the satellite peaks increases with increasipgthe same find that R(6y,e,) first decreases to a minimum neég
behavior found for the enhanced backscattering peak. How=25° and then increases. This minimum is a result of the
ever, more interesting is the apparent change in the positioleaky guided wave supported by the scattering structure.
of the satellite peaks with the value of the imaginary part ofMoreover, for an amplifying surface botR(6,,s,) and
the dielectric constant. To the precision of the numerical cali{/( 6,,s,) are smaller then their absorbing equivalents for all
culations, the positions of the satellite peaks for an absorbingngles of incidence.
film (e,>0) seem to shift to larger scattering angiés The width of the enhanced backscattering peaks, as well
absolute valueas compared to the position of the satellite as the satellite peaks supported by the scattering system, are

IV. CONCLUSIONS
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Abstract

We present results of perturbative calculations of the second harmonic light generated in the transmission of p-polarized
light through a thin metal film with a one-dimensional random surface in the Kretschmann attenuated total reflection (ATR)
geometry. The metal film is deposited on the planar surface of a prism through which the light is incident. The back surface
of the film is a one-dimensional random surface whose generators are perpendicular to the plane of incidence. It is in contact
either with a semi-infinite vacuum or with a semi-infinite nonlinear crystal (quartz). It is shown that when the random
surface separates the metal film from vacuum so that the nonlinearity of the film surfaces gives rise to the harmonic light, for
a general angle of incidence a dip appears in the angular dependence of the intensity of the transmitted harmonic light in the
direction normal to the mean surface. When the second harmonic generation is due to the nonlinearity of the crystal in
contact with the metal film, a peak in the angular dependence of the intensity of the transmitted harmonic light occurs in this
direction. These dips and peaks are multiple-scattering effects. However, when the angle of incidence is optimal for the
excitation of surface plasmon polaritons at the film-vacuum /nonlinear crystal interface the nonlinear mixing of the incident
light and the backward propagating surface plasmon polariton leads to an intense peak in the angular dependence of the
intensity of the transmitted harmonic light in the direction normal to the mean surface. This peak is adready present in the
single-scattering approximation. © 2000 Elsevier Science B.V. All rights reserved.

1. Introduction

Experimental and theoretical studies of second harmonic generation (SHG) of light in reflection from a metal
surface go back at least three decades, to the first experimental observation [1] and the first theoretical

* Corresponding author. E-mail: aamaradu@uci.edu
! Present address; Stanford Research Systems, 1290 ReamWood Ave., Sunnyvale, California, 94089, USA.
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description of the phenomenon in [2,3]. At this early stage of the studies [2,3] it was established that this
phenomenon is a surface effect. It is therefore very sensitive to anything happening on the surface. In the last
severa years interest in second harmonic generation from a rough metal surface has arisen due to the growing
interest in interference effects occurring in the multiple scattering of electromagnetic waves from randomly
rough metal surfaces and the related backscattering enhancement phenomenon [4]. It has been expected that the
nonlinear optical interactions at a randomly rough metal surface should also produce new features owing to
interference effects in the multiple scattering of electromagnetic waves. The results of a perturbative calculation
carried out by McGurn et al. [5] predicted that enhanced second harmonic generation of light at a weakly rough,
clean, metal surface occurs not only in the retroreflection direction but also in the direction normal to the mean
scattering surface. Interference effects in the multiple scattering of surface plasmon polaritons of the fundamen-
tal frequency, excited by the incident light through the roughness of the surface, are responsible for the
appearance of the peak in the direction norma to the mean surface, while those occurring in the multiple
scattering of surface plasmon polaritons at the harmonic frequency are responsible for the appearance of the
peak in the retroreflection direction.

This work stimulated several subsequent experimental studies of second-harmonic generation in the
scattering of light from random metal surfaces [6—11], and enhanced second harmonic generation peaks in the
direction normal to the mean surface and in the retroreflection direction were observed [6-9,11]. In these
experiments, however, the scattering system was not a clean random interface between vacuum and a
semi-infinite metal. To amplify the second harmonic signal the Kretschmann attenuated total reflection (ATR)
geometry [12] was used. Therefore, the scattering system was the random interface with a dielectric or vacuum
of athin metal film deposited on the planar base of a dielectric prism through which the light was incident. In
the experiments of Refs. [6,7,9] the scattering system was the random interface between a silver film and a
nonlinear quartz crystal, so that the nonlinear interaction occurred in the quartz crystal rather than at the
significantly more weakly nonlinear silver surfaces. A well-defined peak of the second harmonic generation in
the direction normal to the mean interface was observed in transmission in [6]. When the experiment was carried
out with long-range surface plasmon polaritons [13], peaks of the enhanced second harmonic generation were
detected both in the retroreflection direction [7,9] and in the direction normal to the surface in transmission [9].
In Refs. [8,10,11] attempts to detect the peaks of the enhanced second harmonic generation at a silver
film-vacuum interface were made. A well-defined peak in the direction normal to the mean surface was
observed in transmission in [8,11], while only a broad depolarized background, but no peak in the direction
normal to the mean surface, was observed in transmission in Ref. [10]. The peak of the intensity of the
generated light in the direction normal to the mean surface observed in [6,8,9,11] was interpreted as due to the
coherent nonlinear mixing of multiply-scattered contrapropagating surface plasmon polaritons. Asiswell known
[14], the symmetry of the surface nonlinear polarization of a clean metal surface forbids second harmonic
generation due to contrapropagating beams of surface plasmon polaritons. In [8,11] it was argued that the
surface roughness breaks the symmetry and, as a result, makes the second harmonic generation by contrapropa-
gating beams of surface plasmon polaritons possible. We believe that this explanation is incorrect, and present
what we believe to be the correct explanation in the present work.

The main reason for using the Kretschmann ATR geometry in the experiments [6—11] was to excite surface
plasmon polaritons associated with the film-vacuum (film-nonlinear crystal) interface through the ATR
phenomenon, and thus to enhance the field at the metal film-vacuum (or metal film-nonlinear crystal) interface.
For many years this experimental configuration was used to enhance the second harmonic generation in
reflection from a metal surface [15].

If, however, the metal surface is rough the surface plasmon polaritons can be excited through the surface
roughness without a prism coupler. The nonlinear interaction of the excited surface plasmon polaritons with the
incident light also leads to a strong enhancement of the second harmonic generation [5,16,17]. Such processes
lead to strong peaks, up to several orders of magnitude above the background, in the angular distribution of the
intensity of light of frequency 2w in the directions determined by the conditions q=k + ksp(w), where
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q=Qw/0snd, k=(w/c)sinb,, 6; and 6, are the angles of scattering and incidence, and kg (w) is the
wavenumber of the surface plasmon polaritons of frequency o that are excited through the surface roughness.
These peaks arise aready in single-scattering processes, and their positions depend on the angle of incidence.

In the Kretschmann geometry the angle of incidence is tuned so that the surface polaritons on the rough metal
film-vacuum interface or the rough metal film-nonlinear crystal interface are excited efficiently. This means that
k= ksp(w), and the single-scattering peaks move to g = 0, i.e. to the direction normal to the mean surface, and
to g=2kg(w), i.e. to the nonradiative region. Due to the single-scattering origin of the peak in the direction
normal to the mean surface, it could be expected that its intensity is much higher than that of the peak predicted
in [5], which is associated with multiple-scattering processes. As a result, the weak features associated with the
coherent effects in the multiple scattering of surface plasmon polaritons are masked by the strong single-scatter-
ing contribution. The presence of roughness leads also to the excitation of the surface plasmon polaritons
associated with the prism—metal film interface. As a result, two additional strong peaks appear in the angular
distribution of the intensity of the generated light. Their positions are determined by the conditions q=k +
k{P(w), where k{P(w) is the wavenumber of the surface plasmon polaritons associated with the prism—metal
film interface.

In this paper we present results of perturbative calculations of the second harmonic generation of light in
transmission in the Kretschmann ATR geometry when the interface of a thin metal film with vacuum or a
nonlinear crystal is weakly rough. The emphasis will be on the existence of the peak of the enhanced second
harmonic generation in the direction normal to the mean surface, which is due to the interference of
multiply-scattered surface plasmon polaritons of the frequency of the incident light. The results of rigorous
numerical simulations, applicable to more strongly corrugated surfaces, will be presented elsewhere.

2. Formulation of the scattering problem

The physical system we consider consists of a dielectric prism characterized by a positive dielectric constant
€, in the region x; > D, a metal film characterized by an isotropic, complex, frequency-dependent dielectric
function €,(w) = €' (w) + i€"(w) intheregion D > x; > {(x,) and, generally, a nonlinear crystal characterized
by alinear dielectric function €,(w) in the region x,; < £(x,) (Fig. D).

X

dielectric, €,

x,=D ! metal film, &,(0) X
1

X3 = C(xl)

dielectric, €, (0)
(0,20)

)

t

Fig. 1. The system studied in this paper.
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The surface profile function (x;) is assumed to be a single-valued function of x, that is differentiable as
many times as is necessary, and to congtitute a zero-mean, stationary, Gaussian random process defined by
{L(x)> =0, (2.1a)
CE(x) E(%0)) = 82W(I % — x3l). (2.1b)

The angle brackets in Egs. (2.1) denote an average over the ensemble of redlizations of the surface profile
function, and &= (¢ 2(x,))"/? is the rms height of the surface.
We also introduce the Fourier integral representation of the surface profile function,

(%) =[1§Z(Q)8‘Q“- (2.2)
The Fourier coefficient f (Q) is a zero-mean Gaussian random process defined by

(£(Q) =0, (2.3a)

(L(QL(Q))=2m8(Q+Q)8%g(IQ)), (2.3b)

where g(|Q)), the power spectrum of the surface roughness, is given by

9(1Q) = | dxW(Ixgl)e "%, (2.4)

In this paper we will present results calculated for a random surface characterized by a Gaussian power
spectrum given by

9(IQl) = Vrae 2"/, (2.5)

In our treatment of second harmonic generation we neglect the influence of the nonlinearity on the
fundamental fields (undepleted pump approximation). We treat the nonlinearity of the metal film through
effective nonlinear boundary conditions, while the bulk nonlinearity of the crystal is taken into account through
the solution of the Maxwell equations. Since we study the Kretchsmann ATR geometry, and the surface
roughness is one-dimensional, only p-polarized incident waves are of interest to us. Asis known, the nonlinear
polarization of a metal surface has only p-polarized components independent of whether the incident light is p-
or s-polarized. Therefore, in what follows we assume that a p-polarized plane wave of frequency o is incident
from the prism onto the planar prism—metal interface. The angle of incidence, measured counterclockwise from
the normal to the mean surface is 6,, and the plane of incidence is the x,X,-plane. We first solve the linear
scattering problem, and with its solution in hand we determine the surface and bulk nonlinear polarizations at
the harmonic frequency 2 w. For the sake of simplicity we assume that the orientation of the crystal is chosen so
that the bulk nonlinear polarization in it has a nonzero tangential component [18]

P{N( Xy, %20) = dyy( E2( Xy, X5l ) — E2 (%, %5l0)), (28)

where d,, is the second order nonlinear susceptibility. In solving the scattering problem for the harmonic fields
we will use the nonlinear boundary conditions [19], whose genera form is

HSD( Xy, X320 ), = 0 = HEP (X1, X5l20) 3= 0, 20xy)

2ic oy 1 1
= — ulP®)
(O]

d
b2( %) e w) mHéf)(xl’X3|w)|X3=D,§(X1)d7H£f)(Xl,X3|w)|X3=D’§(X1)
1 1 1

= AP (xRw), (2.79)
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1
| om0

2|c d 1 (pl)
T e dxg | 62(xy)

(p.v)

1 [ d H(p ( 2 )}
_— | — X1, Xal2 0
X3=D,{(X;) 602(2“’) v

2
(X1)
x3=D.{
P«z

= B(P») o :
(w) x3=D,{(x1)) W} B (X1|2 ), (2.7b)

where d/IN = (—{'(x,)9/9%,,0,d/9x5) is the unnormalized derivative aong the normal to the surface,
d(xy) =[1+ ({'(x))?]*? and the indices p, f, and v denote the fields in the prism, metal film, and vacuum,
respectively. In Egs. (2.7) u{%% are phenomenological nonlinear coefficients at the prism—film (p) and
film-vacuum (v) interfaces, and are to be determined from experimental data or by using some particular model
for the surface nonlinear polarization.

We assume that the metal film-crystal interface is weakly rough and satisfies the condition for the validity of
the Rayleigh hypothesis, |¢'(x,)| < 1 [20-22]. In this case we can seek the x,-component of the magnetic
fields of frequencies w and 2w in the form

X3=D,(x9)

d
ax HE (X xgl)
1

(iH( )(Xq, X5l w)

. . « d S
Hép)( X1,X3|Q) — Hoelkxle—mo(k,!))(xa—D) +f Z_qR(q'Q)equlemo(q,!))(xa—D) (2.8&)
—00 W
in the prism,
H(f (X11X3|-Q) / qul[T(q Q)elal(q D)% 4 T (q Q)e—lal(q .(2)x3] (2.8b)

in the metal film, and
HO(Xy, %51 02) = f Iqxl[T(q Q)e @M% 4 5(q,0[x;)] (2.8c)

in the crystal. In Egs. (2.8) 0 sands for either w or 2w, R(g,£2) and T(q,2) are the scattering and
transmission amplitudes, respectively, aq(q,2) = \e,(2%/¢?) —q*, Reay(q,2)) >0, Im(ay(q,2)) >0,
a(q,2) = \/el((l)(_(zz/cz) - g%, Re(a,(q,2)) >0, Im(a,(q,2)) >0, and a,(q,2)
= /ex(2)(2%/¢%) — g%, Rela(q,2)) > 0, Im( (g, £2))) > 0.

When we consider fields of the fundamental frequency w, H, is the amplitude of the incident field,
k=1/eo (w/C)sind, and ay(k,w) = /ey (w/C)cos, are the tangential and normal components of the wavector
of the incident light, and %(q, w|x3) = 0. For the second harmonic fields H, =0 and %(q,2w|x;) describes
the particular solution of the Maxwell equations in the nonlinear crystal:

2(9.20|X;,) = ~iaa(p )t ax(@=p.e)XT(q—p,w)T(p,0)F(d,p), (2.9)

2cd
wez(w) f 277
where

F(q.p) = (a(P.@) + ay(q=P.@))(P(A~P) — a(P.w) ay(q—P.0)) (2.10)
(eax(pw) +ay(a—p, a))) —a}(9,20)

Since in the experiments [6,8—11] it was the transmitted signal that was measured, we solve the scattering

problem for the transmission amplitude T(q, {2). Using the boundary conditions for the tangential component of

the magnetic field and the tangential component of the electric field across the interfaces at the fundamental and
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harmonic frequencies, we can obtain a single integral equation for the transmission amplitude T(q,{2) that is
analogous to the reduced Rayleigh equation of the scattering problem,

© d
T(0.0) = Gy(a.2) | S0V(dlp.0)T(p.2) +Go(0.0) Q0. 0). (2.11)

where the scattering potential V(qlk,£2) is
a(2) — ()

V(glk,2) = |W[m(q|k,n) +10y(9.2)" @) Pn(alk, 2)], (2.12)
with
gk + a;(q.02) a,(k,2)
m(qlk,2) = (0 0) —ay(K0) I(=(ex(0,02) — ay(k,02))lg - k), (2.13a)
0k — ay(0,42) ap(k,2)
n(qlk,2) = 0.0 T etk I(ax(q,2) + ay(k,2)lq—k), (2.13b)
I(IQ) = [ dxyei¥(e 0w — 1), (2.130)

and where G,(q,{2) is the Green's function associated with a three-layer system with planar interfaces

Gy(k,2) = m, (2.143)
with

Pt = ( ai(k}z(;) " ai(k}z!;) [1+ roa(K)rp(K) €2 DP], (2.14b)
and

ry(q.02) = (a(0.2)6(2) ~o(a.D6(D) 0o, (2.15)

(4(9.2)(2) +;(0.2)g(2))’

The driving term Q(q,{2) in (2.11) has different forms for the fundamental and harmonic fields. For the
fundamental field it is related to the incident field,

Q(q,0) = —2i%tm( k,w)€ % PH 275(q— k), (2.16)
where
ti;(k,02) = 2ol ) (2) i,j=01.2, (2.17)

ou(k,-Q)Gj(-Q) + al(k,n)el(g) [}
so that Gy(g, w)Q(a,w) = Ty(k,w)27w6(q — k), where Ty(k,w) is the Fresnel transmission coefficient for the
layer system

t12( ka(l))toj_( k,w)eial(k,w)D
1 + r12( k,a)) ro]_( k, a)) GZial(krw)D "

To(k,0) = (2.18)
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For the second harmonic field the nonlinear driving source Q(g,2w) has three contributions,
Q(a2w) =QP(g.2w) + Q(a.20) + Q' (q.2w), (2.19)
where Q'P(g,2 w) is associated with the prism—metal film interface
ay(g,2w)

€o

Q( p)(q,zw) - itlo(q,Zw)eial(q’z“’)D( A(p)(q) + B(p)(q))’ (2.20a)

Q“)X(g,2w) is associated with the metal film-crystal interface

- d 1 _

+1y(0,2w) €320 | (¢ (q2w)lq—p)] +iB(p)[I(—ayd2w)lq—Dp)

AO(P)[1(—ax(a2e)la—p)

—r(0,20) €201 (ay(q,20)Iq ~ p)] } : (2.20b)

and Q®®(q,2 w) arises from the nonlinearity of the crystal

) =dp [ 1 a(a—p)
QP(a.20w) = —'f { (2o )(al(q,Zw)er)@( P)[1(-aa20)la-p)
+rp(a.20)1(ay(q2w)lq-p)] + ﬁgﬁ( P)[1(~a(a20)lg-p)

—ru(9.20) 1(ay(0,20)lq - p)]}, (2.22)

where #( p) and 22,( p) are the Fourier components of the driving term in the nonlinear medium and its normal
derivative evaluated at the rough interface, and are given by

2cd o dr e dr’
2(p)= -~ (w)f 27Tf S (as(r,0) +ay(r=r,0) p=1)F(r.r)T(r=r e)T(re),
(2.22)
and
2cd < dr'
.9?’1(p)=| f 27-rf oy —(ay(r,) +ay(r=r,w)lp—r)|ay(r,w) +a(r—r,w)

r( p B r) ! ! !
a(F0) + o —1) F(roe)T(r—r",0)T(r' o). (2.23)
The solution of the reduced Rayleigh equation (2.11) and explicit expressions for the nonlinear driving term are
presented in Appendices A and B, respectively.
The quantity we are interested in is the intensity of the second harmonic light, which we define as the total
power of the harmonic light generated diffusely, normalized by the square of the power of the incident light and
multiplied by the illuminated area S

P2a)
2
(Pin)

P, = S, (2.24)
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where S=L,L,, and L, and L, are the lengths of the surface aong the x;- and x,-axes. If we define the angle
of transmission 6, explicitly by setting q = (}€,(2w) 2w/c)sing,, so that a,(q,2w) = (|/€,(2w) 2w/c)cosb,,
the mean normalized intensity of second harmonic light takes the form

8we, COS¥Y,

L,c?|H,|* cos®,

(1(6,20)incon = [(T(a.20)1*) = KT(a.20))]. (2.25)

3. Results and discussion

In Fig. 2(a), (b), and (c) we present the mean intensity of the second harmonic light, calculated by the use of
the small-amplitude perturbation approach, when p-polarized light is incident through a prism on a one-dimen-
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Fig. 2. The mean differentia intensity of the second harmonic light as a function of the angle of transmission 6, for the scattering of
p-polarized light through a randomly rough silver film-vacuum interface. The interface roughness is characterized by the Gaussian power
spectrum Eq. (2.5) with § =5 nm and a=113.5 nm. The nonlinear coefficients are given by the free-electron model. The angles of
incidence are (a) 0, = 22°, (b) 6, = 24°, and (c) 6, = 26°. The optimal angle for excitation of surface plasmon polaritons at the film-vacuum
interface is 24°.
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sional, random silver film-vacuum interface, characterized by the Gaussian power spectrum (2.5) with an rms
height 6 =5 nm and a transverse correlation length a = 113.5 nm. The mean thickness of the film is D =55
nm, and the angles of incidence are 6, = 22° (a), 6, = 24° (b), and 6, = 26° (c). The refractive index of the
prismis n, = 2.479, so that the optimal angle for the excitation of surface plasmon polaritonsis 6, = 24°. The
nonlinear coefficients u%% were calculated on the basis of the free-electron model [19].

In Fig. 3(a), (b), and (c) we present the mean intensity of the second harmonic light, calculated by the
perturbative approach, when p-polarized light is incident through a prism on a one-dimensional, random silver
film-quartz interface, characterized by the Gaussian power spectrum (2.5) with an rms height §=5 nm and a
transverse correlation length a = 113.5 nm. The mean thickness of the film is D =55 nm, and the angles of
incidence are 0, =37.2° (a), 6,=39.2° (b), and 6,=41.2° (c). The refractive indices of the quartz are
N(w) = e,(w) =1.536 and n,(2w) = /e,(2w) = 1.542, and the optimal angle for the excitation of surface
plasmon polaritons is 6, = 39.2°.
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Fig. 3. The mean differentia intensity of the second harmonic light as a function of the angle of transmission 6, for the scattering of
p-polarized light from a randomly rough silver film-nonlinear quartz interface, whose roughness is characterized by the Gaussian power
spectrum Eq. (2.5) with 6 =5 nm and a=113.5 nm. The nonlinear susceptibility of the crystal is d;; = 0.93%x10~° esu. The angles of
incidence are (a) 6, = 37.2°, (b) 6,=39.2°, and (c) 6,=41.2°. The optimal angle for excitation of surface plasmon polaritons at the
film-quartz interface is 39.2°.
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To analyze the main features of the angular dependence of the intensity of the generated light we need
explicit expressions for the different contributions to the mean differential intensity of the harmonic light. The
effects of the multiple scattering of surface plasmon polaritons of frequency w, which are of interest to us here,
are contained in the the nonlinear driving term Q(q,£2) on the right hand side of Eq. (2.11) evaluated at
0 =2w. The integral term in Eqg. (A.13) of Appendix A describes the multiple scattering of the waves of
frequency 2w and, in particular, contains the effects of the multiple scattering of surface plasmon polaritons of
frequency 2 w. Since these effects do not include the pesk in the direction normal to the mean surface, which is
of primary interest to us here, we omit their contribution to the mean differential intensity < 106,12 @)} incon. Since
al three contributions to Q(q,2w), Eg. (2.19), contain the product of the transmission amplitudes
T(p,w)T(P,w), by using the expression for the transmission amplitude T(g, w) =7 o(k,w)H[278(q — k) +
G(q, w)t(qlk)] (see, Eqg. (A.9)) we can subdivide each term in Q(g,2 w) into three contributions with different
physical meanings. The first contributions to Q‘P""(q,2w), which contain only the product of &-functions,
(27)%(p — k)8( p' — k), describe the nonlinear mixing of the fields of frequency w which would be specular if
the film-crystal interface were planar. The parts of Q‘P*"®X(q,2 ) that contain the product of a 8-function and a
term with the Green's function, 278(p — K)G(p',2)t(p'|k) + 276(p' — K)G( p,2w)t( plk), describe the
interaction of the ‘ specular’ and scattered fields, including the nonlinear mixing of the excited surface plasmon
polaritons with the incident light. Finally, the parts of Q‘P*'?)(q,2 w) which contain the product of two Green’s
functions, G( p,2w)t( plk)G( p',2w)t( p'|k), describe the nonlinear mixing of the scattered fields, and include
the mixing of co- and contrapropagating surface plasmon polaritons. According to the classification we have just
given we separate explicitly these three contributions to the nonlinear driving source, and include al the
roughness induced corrections to them into the additional source function #,.(q,2w), so that we obtain

w

Q(9.2w) = 2—iCYoz(k,w) Hoz[Fo(k)ZwS(q— 2k) + I'(9,k)G(a—k)t(q—klk)
= d
+f7wﬁ 2(9,P)G(a—Pp,@)G(p,@)t(q - plk)t( plk) +Ex(q.20) |, (3.1)

where the nonlinear coefficients I, are given by I = yP + v + v, and the explicit expressions for
y{(P:P) are presented in Appendix B. The most resonant contributions to the intensity of the harmonic light
have the form

512(.03 . 2 2 4
((B2w) Yres = 7|tlo(k,w)e2'“1(k'"’)f’| c05%0,005%0,|G( 9,2 ) IIG(k,w)|*|
€o

X

ITy(9.k)*IG(a— k)|’ (q—Klk)
) dp ) ,
+/_xz|rz(q,p)| IG(q—p,w)G( p,w)lr(q—plk)r( plk)|, (32)

where we have defined {t(qglk)t*(plk)) = 276(q— p)r(glk), and 7(glk) is the averaged reducible vertex
function that can be calculated by using, for example, the pole approximation for the Green's function [4].
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The presence of the Green's functions |G(q,2w)|* and |G(k,w)|* in Eq. (3.2) leads to the amplification of
nonlinear processes at the metal film-crystal interface in the Kretschmann geometry [23], because the Green's
function G(q,2w) has poles at the wavenumbers of the surface plasmon polaritons, k,(2w), and G(k, ») has
poles at the wavenumbers of the surface plasmon polaritons, ksp(w). Thus, when the angle of incidence is the
optimal one for the excitation of surface plasmon polaritons the enhancement of the intensity of the second
harmonic light can reach several orders of magnitude compared with that for scattering from a single surface.
This is true for both the coherent and incoherent parts of the intensity. When the angle of scattering is the
optimal one for the detection of surface plasmon polaritons of frequency 2w resonance enhancement of the
intensity can also occur [24]. However, this enhancement can be observed only in the intensity of the reflected
light.

The second interesting feature of Eq. (3.2) is the presence of the term that contains the factor |G(q — k, »)|?.
This term describes the second harmonic generation due to the nonlinear mixing of the incident light with the
surface plasmon polaritons which are excited due to the surface roughness. Its presence leads to the appearance
of strong resonant pesks at q=k + ksp(w) and q=k+ kgg»(w). This is the origin of the pesk of the strong
enhancement of second harmonic generation in reflection from a randomly rough metal surface that was first
observed in [16], and analyzed by Deck and Grygier [17] in the framework of the first order perturbation theory
in the small roughness. These peaks of the enhanced second harmonic generation are due to the resonant
interaction of the incident light and forward /backward propagating surface plasmon polaritons excited in a
single scattering event. No interference effects are involved in the formation of the peaks. The main reason for
using the Kretschmann geometry in the experiments [6,8—-11] was to excite surface plasmon polaritons
associated with the metal—vacuum (metal—nonlinear crystal) interface through the ATR phenomenon. Thus, the
angle of incidence was tuned so that k = kq,(w). In this case the peaks due to the poles of G(q — k, ) move so
that the peak due to the mixing of the incident light with the forward propagating surface plasmon polariton
moves into the nonradiative region, while that due to the mixing of the incident light with the backward
propagating surface plasmon polariton moves to the direction of the normal to the mean surface, g = k — k()
= 0. The strength and the shape of the peak is determined by the effective nonlinear coefficient I',(qg,k). In the
case when the nonlinearity of the system is due to the film interfaces only, this effective nonlinear coefficient is
linear in q for small g. This is the result of the symmetry of the surface nonlinear polarization that forbids
second harmonic generation by contrapropagating surface plasmon polaritons [14]. Since in the case where the
angle of incidence is optimal for exciting surface plasmon polaritons the incident light is the surface plasmon
polariton propagating in the forward direction, its nonlinear mixing with the scattered surface plasmon
polaritons propagating in the backward direction is forbidden by this symmetry. As a result, the resonant peak
has an antiresonant shape. The width of the peak is determined by the decay rate of the surface plasmon
polaritons on the rough interface IM(ky,(w)) = A (@) = A () + Ag(w), where A () is the decay rate of
the surface plasmon polaritons of frequency » due to ohmic losses, while A _(w) is their decay rate due to their
roughness-induced scattering into other surface plasmon polaritons.

The effects of the multiple scattering of surface plasmon polaritons are contained in the function 7(qlk). As
was shown in [4,25,26], because our scattering system supports two surface plasmon polaritons at the frequency
w, the function 7(glk) contains a superposition of two Lorentzian peaks centered at g+ k= 0 (enhanced
backscattering) with halfwidths A, (w)and AR (w). It adso contains Lorentzian peaks centered at q+ k +
(kg @) — kiP(w)) = 0 (satellite peaks) with a half-width A, (w) + AR w). In these results AY(w) is the
decay rate of the surface plasmon polariton associated with the prism—metal interface. Therefore, 7(q — k|k)
entering the second term in Eq. (3.2) has a peak at q = 0. Since this contribution arises due to the nonlinear
mixing of the incident and scattered waves, it describes the coherent generation of the second harmonic light by
the incident and backscattered radiation, enhanced due to the multiple scattering of surface plasmon polaritons
by the roughness.

The strongest contribution associated with the multiple scattering of surface plasmon polaritons of frequency
® comes, however, from the second term in Eg. (3.2), which describes the nonlinear mixing of the
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multiply-scattered surface plasmon polaritons of frequency o propagating in opposite directions. In the pole
approximation for the Green’s function [4,25] this contribution has the form

C4( w) 1
A @) q° + 4A2tot( w)

512 w® 2iaikw)D|? ) )
(1(Rw)Yres = Whlo(k,w)e (k@) | IG(0,2w)I°IG(K, )|
0

X [115( 0 k(@))% (ke @) 1K) 7 (0= kg @)K) + 1 T( 0, = ke @) (— kg @)IK)

X 7(q+ kg (@)IK)| + CA(@) AR (w) . [11,(q.k® ()P

2+ 4(AR ()
X 7(kP(0)Ik)7(q— kP (0)lk) +[1,(q,— kP (w))

x7(—k@(w)|k)7(q+kP(w)K)]}, (3.3)

where C(w) and C(w) are the residues of the Green's function at the poles +kgy(w) and +k{P(w),
respectively. We have not included in Eqg. (3.3) the contribution from the possible satellite peaks [26], since their
positions are far from the direction normal to the mean surface. As expected, the result given by Eq. (3.3)
contains Lorentzian factors centered a gq= 0. However, the efficiency of the nonlinear mixing of the
contrapropagating surface plasmon polaritons is determined by the effective nonlinear coefficients I',(q, +
ko)) and I')(g, + k{P(w)). In the case where the nonlinearity of the system is due to the film interfaces only,
these effective nonlinear coefficients are linear in g for small . Thisis the manifestation of the well known fact
that the symmetry of the nonlinear polarization of a metal surface forbids such processes [14]. As a result, the
contribution given by Eq. (3.3) displays a dip rather than a peak in the direction normal to the mean surface.
The depth of this dip depends strongly on the values of the material parameters and the angle of incidence of the
fundamental light. However, when the metal film isin contact with a nonlinear quartz crystal, a suitable choice
of the orientation of the crystal [18] makes possible second harmonic generation by contrapropagating surface
plasmon polaritons, and a peak of the enhanced second harmonic generation occurs in the direction normal to
the mean surface.

Recently the first experimental studies of multiple-scattering effects in the second harmonic generation of
light scattered from a clean one-dimensional vacuum-metal interface were carried out in a series of papers by
O'Donnell and his colleagues [27—29]. It was found that, for weakly rough silver surfaces a dip is present in the
retroreflection direction in the angular dependence of the intensity of the scattered second harmonic light rather
than the peak that occurs in scattering at the fundamental frequency [27,29], while no well-defined peak or dip
in the direction normal to the mean surface was observed [28]. In the latter experiment the random surfaces were
fabricated in a special way to produce a strong excitation of surface plasmon polaritons of the fundamental
frequency, propagating in both the forward and backward directions. The results of Ref. [28] suggest a surface
nonlinear polarization of a form different from those usually used in studies of second harmonic generation in
scattering from an isotropic metal surface. The possible anisotropy of the surface could be the reason for the
absence of the dip in the direction normal to the mean surface. If, for some reason, the nonlinear surface
polarization is such that no peak or dip in the direction normal to the mean surface, which is due to the multiple
scattering of surface plasmon polaritons by the surface roughness, can be formed, in this case in experiments in
the Kretschmann geometry the resonant peak at gq= 0 will also be absent. Finally, the different qualitative
results of [8,11] and [10] suggest that the mechanism for the nonlinear polarization might be different for the
strongly rough surfaces studied in [8,11] and for the weakly rough surfaces studied in [10]. As an example, in
Fig. 4 we present the mean intensity of the second harmonic light, calculated by the small-amplitude
perturbation approach, assuming that the surface nonlinearity arises from a thin subsurface layer of the metal
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Fig. 4. The mean differentia intensity of the second harmonic light as a function of the angle of transmission 6, for the transmission of
p-polarized light through the same film as in Fig. 2, but for the case where the surface nonlinear polarization has an artificial nature that is
described in the text. The inset presents the contribution to {1(6,/2®)»incon from double-scattering processes only. The angles of incidence
are (a) 6,=235°% (b) 6,=24° and (c) 6, = 24.5°. The optima angle for excitation of surface plasmon polaritons at the film-vacuum
interface is 24°.

film, or from a monolayer of nonlinear molecules covering the metal film. In either case the surface nonlinear
polarization is associated not with the surface itself but is given by the * bulk’ nonlinear polarization of the layer,
which is assumed to be given by Eq. (2.6). In this case both the nonlinear mixing of the incident light with the
backward propagating surface plasmon polariton and the nonlinear mixing of the multiply-scattered surface
plasmon polaritons lead to the appearance of the peak in transmission in the direction normal to the mean
surface.

4. Conclusions

In this work we have discussed the second harmonic generation of light in transmission in the Kretschmann
ATR geometry, in the case where a metal film-vacuum or a metal film-nonlinear quartz crystal interface is
weakly rough. We have analyzed the origin of the peak of the enhanced second harmonic generation observed in
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the direction normal to the mean surface in [6,8,11]. We have shown that in the case where the metal filmisin
contact with vacuum, so that the nonlinearity of the film surfaces gives rise to the harmonic light, the
interference effects in the multiple scattering of surface plasmon polaritons lead, due to the symmetry of the
nonlinear polarization, to the appearance of a dip rather than a peak in the direction normal to the mean surface.
When the second harmonic generation is due to the nonlinearity of the crystal adjacent to the metal film a peak
of the enhanced second harmonic generation occurs in this direction.

However, when the angle of incidence is chosen to be optimal for the excitation of surface plasmon
polaritons localized at the film-vacuum /nonlinear crystal interface, a much stronger mechanism leads to the
appearance of a peak of the enhanced second harmonic generation in the direction normal to the mean interface.
It is the nonlinear mixing of the incident light, which in this case is the resonantly excited surface plasmon
polariton, and the backward-propagating surface plasmon polariton excited through the roughness that forms the
peak. No interference effects are involved in the formation of the peak. Since this peak appears aready in the
single-scattering processes, it is considerably stronger than the weak features associated with multiple scattering.
When the angle of incidence is shifted from the optimal one, the peak moves away from the direction normal to
the mean interface, so that the weak peak /dip which is due to the multiple-scattering effects, can be observed.
However, the efficiency of second harmonic generation decreases considerably as the angle of incidence shifts
from the optimal one.
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Appendix A.

To solve the linear scattering problem we seek the solution of Eg. (2.11) in the form
ay(K, o)
€ w)
where we have introduced the Green's function G_(g|k) associated with the randomly rough interface between

the vacuum and the metal that is the solution of the equation
G,(aqlk) =G(q,w)2m8(q—k) + G(q,w)t(qlk)G(k,w). (A2)

In Eg. (A.2) G(q,w), defined by (G, (qlk)) = 276(q — k)G(g,w), is the averaged Green's function and is
given by

T(g,0) = —2iHG,(qlk) tor( K, ) e *tke)d (A1)

G(q,w) =2mw8(q—k)

Gol(k,w) —M(k,w) "’ (A3)

where M(k, o) is the averaged proper self-energy. The latter is given by
(M(qlk)) =278(q—k)M(k,w), (A4)
where the (unaveraged) proper self-energy M(q|k) is the solution of [25]

= d
M(alk) =V(q.klw) +f_m£lvl(ql P)G( p,w)W( p.Klw), (A.5)
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and we have introduced the notation

W(a.klw) =V(q.klw) = (M(qlk)). (A.6)
The operator t( p|r) in Eq. (A.2) was introduced to satisfy
~ d
[ ST W(a,pl0)G( plk.@) = (alk)G(K,0), (A7)

and is the solution of the equation

w dp e dr
t(alk) =W(aklw) + [ —=[ ——W(a,ple)G(p.w)t( plk). (A8)
From Eqg. (A.2) it follows that (t(glk)) = 0. The transmission amplitude T(q,w) in terms of the averaged
Green's function G( p,w) and the operator t_(qg|k) is then given by
T(q,0) =T 4(k,w) Ho[278(q— k) + G(q,)t(qlk)], (A9)
where

(k

o W )
To(K,w) = —2i06—t10(k,w)e‘“l(k’“)DG(k,w). (A.10)
0

Having in hand the solution for T(q, ) we can calculate the fields of frequency w in the prism and in the metal
film and, consequently, the nonlinear driving term of frequency 2 w.

In the same manner we can seek the solution of the nonlinear scattering problem. If we now introduce a new
unknown function S(ql2k) by the equation

» d
T(0.20) = iGy( p.20)Q(a20) +iGy(a20) | - S( pla)Gy(0.20)Q(a20). (A11)

it follows from Eq. (2.11) that the function S(q| p) satisfies the equation

» d
S(alp) =V(aqlp2w) + /ﬁwz—;v(qlr,Zw)Go(r,Zw)S(rI p). (A.12)

The amplitude S(g| p) describes the multiple scattering of electromagnetic waves of frequency 2 w, including
the scattering of surface plasmon polaritons of frequency 2w. It can be rewritten in terms of the Green's
function associated with the rough interface of the metal film exactly as this was done for the fundamental
fields. As aresult we obtain the following expression for the transmission amplitude

= d
T(p2w) =iG(p.2w)Q(p.2w) +iG( p.2w)f7m£tzm( pla)G(9.20)Q(q.2w). (A.13)

Appendix B.

In this appendix we present the explicit expression for the effective nonlinear coefficients (P2,
ag(2k,2w) a(k,w)

€ €1(W)

¥5P(K) = tlo(zk.Zw)eml@W’{ Pk (0T (K)

1

_2k{Mgp)k2ff(k)+Mgp>(%) fz(k)H (B.1)
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¥5P(a.p) = tlo(q,2w)9‘“1(q’2w)D{ P

f.(a) =

Y(K) = ik

¥§”(q,k)
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) R o rm(q,zw)eZ‘“ﬂq'M)}[F(q,k) +F(a.a-K)],
(B.10)
(= g ey 1+ radazmren)
ay( p,w)ej(;j)q —P.@) (1- rOl(q,Zw)eZial(q*z"’)D)} F(q.p). (B.11)
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Abstract

Using a computer simulation approach we study the generation of second
harmonic light in reflection and in transmission in the Kretschmann attenuated
total reflection geometry. In this geometry a thin metal film is deposited on the
planar base of a dielectric prism, through which p-polarized light is incident
on the film. The back surface of the film, which separates the film from
vacuum, is a one-dimensional, randomly rough surface, whose generators are
normal to the plane of incidence of the light. The nonlinearity responsible
for the second harmonic generation is assumed to arise at the prism—metal
and metal-vacuum interfaces, and thus enters the problem only through the
boundary conditions at these interfaces at the harmonic frequency. The source
terms entering these boundary conditions are obtained from the solutions of
the corresponding scattering and transmission problems at the fundamental
frequency. It is found that a peak in the angular dependence of the intensity of
both the transmitted and reflected second harmonic light occurs in the directions
normal to the mean scattering surface, in addition to an enhanced backscattering
peak in the retroreflection direction. The enhanced transmission peak occurs
in the non-radiative region, and therefore cannot be observed in the far field.

1. Introduction

The coherent interference of multiply scattered electromagnetic waves propagating in volume
disordered media, or reflected from or transmitted through random surfaces, has attracted
a great deal of attention in recent years due to their analogy with the interference effects
4 Current address: Stanford Research Systems, 1290 Ream Wood Ave, Sunnyvale, CA 94089, USA.
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caused by the multiple scattering of electrons propagating in strongly disordered media that
are responsible for Anderson localization. Even if the volume disorder or surface roughness
is weak, this interference is important because it can give rise to weak localization effects,
including enhanced backscattering, enhanced transmission and satellite peaks.

For randomly rough metallic surfaces, the multiple scattering that gives rise to enhanced
backscattering involves the excitation of surface plasmon polaritons [1-3] or the multiple
scattering of volume electromagnetic waves [4—7]. The former is the main mechanism involved
in the case of weakly rough surfaces, while the latter appears to be the dominant mechanism
in the case of strongly rough surfaces.

Recently, the main ideas of weak localization theory have been applied to nonlinear optical
phenomena in disordered media (see, e.g., [8]). In particular, a perturbative calculation of the
second harmonic generation of light in the scattering of p-polarized light from a clean, weakly
rough, one-dimensional, random metal surface predicted that a peak in the angular dependence
of the intensity of the second harmonic light should occur not only in the retroreflection
direction but also in the direction normal to the mean surface [9]. The second harmonic
radiation in this study was assumed to be generated in a metal-vacuum interface layer that
has a finite thickness on the microscopic scale, within which the isotropy of the bulk metal is
broken. Within this layer the electromagnetic fields and material constants vary rapidly, and
their gradients give rise to the optical nonlinearity of the surface. Therefore, the nonlinear
polarization enters the scattering problem only through the boundary conditions on the second
harmonic fields at the metal-vacuum interface.

A subsequent computer simulation and perturbation theory study of second harmonic
generation from weakly rough one-dimensional random metal surfaces showed that either
a peak or a dip can occur in the retroreflection direction, depending on the values of the
phenomenological constants entering the nonlinear boundary conditions, and on the angle of
incidence, and that there is no peak in the direction normal to the mean surface [10]. The
experimental observation that only a dip occurs in the retroreflection direction for all angles
of incidence [11, 12], yielded valuable information about the phenomenological constants in
the nonlinear boundary conditions [13]. Not surprisingly, surface plasmon polaritons play a
prominent role in the formation of the features observed in the retroreflection direction, which
have been shown to be due to the nonlinear excitation of surface plasmon polaritons at the
harmonic frequency.

Experimental [14] and numerical simulation [15] results for second harmonic generation
in the scattering of p-polarized light from clean, one-dimensional, random metal surfaces
with large RMS heights and large RMS slopes agree in showing well defined dips in the
retroreflection direction. In this case the multiple-scattering processes that give rise to these
dips are of a different nature from those occurring at weakly rough metal surfaces, and involve
the multiple scattering of volume electromagnetic waves by the surface roughness.

Thus, the experimental results for second harmonic generation in the scattering of light
from both weakly rough and strongly rough, clean, one-dimensional, random surfaces,
are explained well by the numerical simulation and perturbation theory studies of this
generation.

The earliest experimental investigations of the second harmonic generation of light in
the scattering of light from randomly rough metal surfaces, however, were not carried out
on clean, one-dimensional, random metal surfaces. Instead, to amplify the second harmonic
signal the Kretschmann attenuated total reflection (ATR) geometry [16] was used. In the
experiments of [17-19] the scattering system consisted of a silver film deposited on the planar
base of a dielectric prism, through which p-polarized light was incident on the film. The
unilluminated (back) surface of the film was a randomly rough surface that separated the
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film from a nonlinear quartz crystal. In this case the nonlinear interaction occurred in the
quartz crystal rather than at the more weakly nonlinear silver surfaces. A well defined peak
of second harmonic generation in the direction normal to the mean silver—quartz interface
was observed in transmission in [17]. When the experiment was carried out with long-range
surface plasmon polaritons [20], peaks of the second harmonic generation were present both
in the retroreflection direction [18, 19], and in the direction normal to the mean silver—quartz
interface in transmission [19].

In [21-23] efforts were made to observe peaks of enhanced second harmonic generation
in the geometry used in [17-19] but with the quartz crystal replaced by vacuum, i.e. at a
silver—film vacuum interface. A well defined peak in the direction normal to the interface was
observed in transmission in [21,23]. However, in [23] the peak was observed when the film
was a gold film, but not when it was a silver film. In contrast, in [22] only a broad depolarized
background, but no peak in the direction of the normal to the mean silver—vacuum interface
was observed.

The Kretschmann ATR geometry, especially in the case where the metal film is in contact
with vacuum, has attracted a good deal of attention from both theorists and experimentalists,
because it is designed to yield experimentally the dispersion relation of surface plasmon
polaritons. This structure supports two surface plasmon polaritons, of which the one bound
to the metal-vacuum interface leaks into the prism. At a given wavelength of the incident
light one can find the optimal condition for exciting the surface plasmon polaritons of this
wavelength localized to the metal-vacuum interface by varying the angle of incidence. At
the optimal angle of incidence the transmissivity of the system displays a maximum, while
the reflectivity simultaneously displays a minimum. From a determination of this optimal
angle of incidence the wavenumber of the surface plasmon polariton at the wavelength of
the incident light can be obtained. The strong excitation of surface plasmon polaritons at this
angle of incidence in the Kretschmann ATR geometry make it an attractive one to use in studies
of second harmonic generation of light at weakly rough metal surfaces, where the multiple
scattering of these surface waves is expected to play a dominant role in the formation of weak
localization features in the angular distribution of the second harmonic light scattered from or
transmitted through the randomly rough surfaces.

A perturbative theory of the second harmonic generation of light in transmission in the
Kretschmann ATR geometry, both in the presence of a nonlinear crystal in contact with the metal
film and in its absence, has been developed very recently [24], for the case where the metal—
vacuum/nonlinear crystal interface is a one-dimensional random interface whose generators
are perpendicular to the plane of incidence of p-polarized light. This theory predicts that
when the angle of incidence is optimal for the excitation of surface plasmon polaritons at
the film—vacuum/nonlinear crystal interface an intense peak should be present in the angular
dependence of the intensity of the transmitted harmonic light in the direction normal to the mean
interface. This peak is already present in the single-scattering approximation, and is therefore
not a multiple-scattering phenomenon. For an angle of incidence that differs from the optimal
one, a dip appears in the angular dependence of the intensity of the transmitted harmonic
light in the direction normal to the mean interface when the metal is in contact with vacuum.
When the metal is in contact with a nonlinear crystal a peak in the angular dependence of the
transmitted light occurs in this direction. These dips and peaks are multiple-scattering effects.
The explanations for the peaks in the direction normal to the mean metal-vacuum/nonlinear
crystal interface correct the one presented in [9,21,23].

In this paper we extend the results of [24], which are valid only for a weakly rough
metal-vacuum/nonlinear crystal interface, to more strongly rough interfaces, by carrying out a
numerical simulation of the scattering of p-polarized light from, and its transmission through,
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a metal film in the Kretschmann ATR geometry, in the case studied experimentally in [21-
23], where the metal film is in contact with vacuum. In our analysis the metal-vacuum
interface is assumed to be a one-dimensional, random interface. We assume that the second
harmonic generation occurs in the metal-prism and metal-vacuum interface layers that have a
finite thickness on the microscopic scale and neglect the small contribution to the nonlinearity
coming from the bulk of the film. In this case the nonlinear polarization of the interfaces can be
taken into account through the boundary conditions for the second harmonic fields. Therefore,
both the fundamental and harmonic fields satisfy Helmholtz equations in the prism, the metal
film and in the vacuum. We first solve the linear problem of the scattering of light of the
fundamental frequency w, and use its solution to determine the surface nonlinear polarization
at the harmonic frequency 2w. Having in hand the boundary conditions for the harmonic fields
across the prism—metal film and metal film—vacuum interfaces we then solve the linear problem
of the scattering of light of second harmonic frequency. Our results predict the occurrence of a
peak in the direction normal to the mean metal-vacuum interface in the angular dependence of
the intensity of the second harmonic light generated both in reflection from and in transmission
through the rough metal film. The explanations for these features are in agreement with those
presented in [24].

However, it will not be possible for us to make a quantitative comparison between the
theoretical predictions of this work and the experimental results presented in [21-23]. In these
papers information such as the dielectric constant of the prism and the mean thickness of the
metal film was not provided. Moreover, the metal-vacuum interfaces in these studies were
two dimensional rather than one dimensional, and their roughness was not characterized in a
quantitative fashion. We have therefore chosen values for these characteristics of the scattering
system that are compatible with those used in earlier studies of the scattering of light from, and
its transmission through, metal films [7,25], and in studies of the second harmonic generation
of light from clean, randomly rough metal surfaces [10, 15,24]. It is our hope that the results
presented in this paper will stimulate experimental studies of the second harmonic generation
of light in the Kretschmann geometry on well characterized systems.

The outline of this paper is as follows. In section 2 we define the scattering system studied
in this work, and present the two models of the random surface roughness that will be used in
this study. The two surface plasmon polaritons supported by the scattering system, and their
consequences for the angular distribution of the intensity of the scattered and transmitted light
at the fundamental frequency, are described in section 3. The scattering problem is formulated
in section 4, and the scattering equations at the fundamental frequency are derived in section 5.
The boundary conditions at the harmonic frequency are derived in section 6. The scattering
equations at the harmonic frequency are obtained in section 7. The results obtained from the
solution of these equations are presented in section 8, and the conclusions reached on their basis
are summarized in section 9. Two appendices containing material used in the text complete
the paper. Readers who do not need the detailed description of the numerical methods used in
this work can skip sections 4-7, as well as both appendices. The quantities we are discussing
in section 8, are introduced in the final paragraphs of sections 5 and 7.

2. Scattering geometry

The scattering system we consider in this paper is depicted in figure 1. It consists of a dielectric
in the region x3 > D, a metal in the region {(x;) < x3 < D and vacuum in the region
x3 < ¢(x1). The dielectric medium is characterized by a real, positive dielectric constant
€0, while the metal is characterized by an isotropic, frequency-dependent, complex dielectric
function €(w). We will be interested in the frequency range in which the real part of €(w) is
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Figure 1. A schematic diagram of the scattering geometry.

negative, since it is in this range that surface plasmon polaritons can exist in this scattering
system. The surface profile function ¢ (x;) is assumed to be a single-valued function of x;
that is at least twice differentiable, and constitutes a stationary, zero-mean, Gaussian random
process defined by the properties

(C(x1)) =0 2.1a)
(CGC(x)D) = W (Ix — xi]) (2.1b)
(L% (x1)) = 8% 2.1¢)

The angle brackets in equations (2.1) denote an average over the ensemble of realizations of
¢ (x1), and & is the RMS height of the surface.
The Fourier integral representation of ¢ (x;) is

con = [ St 22)
The Fourier coefficient ¢ (k) is also a zero-mean Gaussian random process defined by

(£ (k) =0 (2.3)

(C ()T K) =278 (k + k)8 g (Ik]) (2.3b)
where g(]k|) is the power spectrum of the surface roughness,

g(lkl) = /del e W (Ixi]). 24

In the numerical calculations carried out in this paper two forms for the power spectrum
g(lk]) will be used. The first is the Gaussian power spectrum,

g(k|) = Vmaexp(—a’k*/4) (2.5)
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where the characteristic length a is called the transverse correlation length of the surface
roughness. The second power spectrum we use is given by

wh
§UIKD = iy 16 = k)0 ki, — k) +6(—k = k)0 ki + )]
mhy @ 2) @42
oo [0k — k2O — k) +0(—k — kK2 + k)] (2.6)

where 6(z) is the Heaviside unit step function, and /& + h, = 1. The manner in which A

min®
kD k2 k@ are chosen will be described in section 8. Surfaces characterized by a power
spectrum of this form have been used in recent experimental [11, 12] and theoretical [10, 13]
studies of second harmonic generation in reflection from clean, one-dimensional, random metal

surfaces.

3. Surface plasmon polaritons and leaky waves

At each frequency w in the interval 0 < @ < ®pgx, Where wy,, is the solution of
€0 + Re e(w) = 0, the structure depicted in figure 1 supports two p-polarized surface plasmon
polaritons, whose wavenumbers are denoted by g; (@) and ¢ (@), with g (w) < g2(w). In the
absence of surface roughness (¢£(x;) = 0), these wavenumbers are obtained as the solutions
of the dispersion relation

[€0B(q, w) + (@) By (g, w)][€(@)Po(q, ®) + Bq, ®)]

= —[eoB(g, w) — e(w)B,(q, w)]le(w)Bo(q, w) — B(q, )] exp[—-2B(q, w) D]
3.1)

where f,(¢. @) = [¢° — eo(@/c)*]"2, with Re B,(¢. @) > 0.Im B, (g, ®) < 0 f(q. w) =
[q2 —€(w)(w/c)*]'/?, withRe B(g, w) > 0,Im B(g, ®) < 0; and By(q, ®) = [¢*>—(w/c)*]'/?,
with Re By(g, ) > 0, Im By(g, w) < O.

If, for the time being, we neglect the imaginary part of €(w), we find that true surface
plasmon polaritons exist only in the region ¢ > ,/€g(w/c), where both 8,(g, @) and By(g, ®)
are real and positive, so that the electromagnetic field in both the prism and the vacuum decays
exponentially with increasing distance from the metal film (8 (g, ) is real and positive because
we have assumed that € (w) is real and negative). In the limit D — oo the vanishing of the first
factor on the left-hand side of equation (3.1) is the dispersion relation for a surface plasmon
polariton localized to the prism—metal interface; the vanishing of the second factor is the
dispersion relation for a surface plasmon polariton localized to the interface between the metal
film and the vacuum.

The solution of equation (3.1) for finite values of D in the frequency range of interest to us
yields two real values of g, ¢ (w) and ¢, (w). In this frequency range ¢;(w) > +/€o(w/c), so
that both By(g2(w)) and B,(q>(w)) are real and positive. The field associated with this mode
has its maximum at the prism—metal interface and decays exponentially both into the prism
and into the vacuum. This is a true surface plasmon polariton mode, which in the limit of a
thick film becomes the surface plasmon polariton at a prism—metal interface.

The solution g;(w), although it is greater than (w/c, g¢1(w) > (w/c), is smaller than
Jeow/c), q1(w) < Jeo(w/c), so that By(g;(w)) is real, while 8,(q1(w)) is imaginary. The
field associated with this mode has its maximum at the metal-vacuum interface and decays
exponentially into the vacuum; however, it radiates into the prism. Thus, this mode is a leaky
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Figure 2. The dispersion curves for the surface polaritons supported by a planar metal film
characterized by the dielectric function e(w) = 1 — a)ﬁ Jw?. The medium above the film is a
dielectric (ep = 2.25). The medium below the film is vacuum. The leaky mode is depicted by the
broken curve.

wave. In the limit of a thick film this mode becomes the surface plasmon polariton at a metal—
vacuum interface. The fact that for finite values of D this mode is a leaky wave makes it
possible to be excited in the Kretschmann ATR configuration.

The dispersion curves resulting from the solution of equation (3.1) are plotted in figure 2
for the case where €y = 2.25 and € (w) has the simple free electron form € (w) = 1 — (w,/ )2,
where w), is the plasma frequency of the conduction electron in the metal. The portion of one
branch of the dispersion curve that corresponds to the leaky wave is depicted by the broken
curve, and represents a plot of w as a function of Re g.

When the imaginary part of the dielectric function is restored, i.e. when € (w) is now taken
to be complex, both wavenumbers g; (w) and ¢, (w) become complex. Their imaginary parts
are generally small enough compared with their real parts that the dispersion curves plotted in
figure 2 are almost unchanged, except that the entire horizontal axis must now be understood
to be labelled as Re g.

The fact that the scattering system depicted in figure 1 supports two surface plasmon
polaritons has the consequence that a pair of satellite peaks can occur in the angular distribution
of the intensity of the light scattered incoherently from, or transmitted incoherently through,
this system [26—28]. If we denote by g (w) and ¢, (w) the real parts of the wavenumbers of the
two surface plasmon polaritons of frequency w supported by the scattering system, an analysis
of the kind carried out in [26-28] predicts that in scattering the two satellite peaks occur at the
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scattering angle 6, given by

sin 6, = — sin 6y + ﬁ[qlw — ()] (3.2)

where 6 is the angle of incidence (figure 1), while in transmission the two satellite peaks occur
at angles of transmission 6, (figure 1) given by

sinf, = —./€q sin 6y + £[ql(a)) — g1 (w)]. (3.3)
13

These satellite peaks in scattering and transmission are multiple-scattering phenomena. It
should be noted that among the satellite peaks in scattering and transmission that should occur
in the corresponding radiative region of the optical spectrum, not all may be intense enough
to be observable. This is especially the case in scattering where the light has to pass through
the metal film twice, and is attenuated during each pass.

The fact that one of the branches of the dispersion curves obtained from the solution of
equation (3.1) is that of a leaky wave for a certain range of frequencies (figure 2), gives rise to
the possibility of additional peaks in the angular distribution of the intensity of the incoherent
component of the reflected light. In contrast with the satellite peaks discussed above, these
leaky wave peaks are single-scattering phenomena, and hence are generally more intense than
the former. To estimate the scattering angles at which the leaky wave peaks occur we use the
simple argument that the component of the wavevector of the scattered light parallel to the
mean scattering surface is equal in magnitude to the wavenumber of the leaky surface plasmon
polariton,

@
Re[q1(w)] = £/e — sin Oreaky- (3.4)

The angles at which the leaky wave peaks occur are therefore independent of the angle of
incidence 6y. We note that because Re[q; ()] is smaller than ,/€o(w/c) but larger than (w/c),
it follows that there are no leaky peaks in transmission, because in the transmission region the
dielectric constant is unity, and the corresponding peaks lie in the non-radiative region of the
optical spectrum. For the same reason, leaky wave peaks are absent in the scattering of light
from a free-standing metal film (ep = 1). Because the leaky wave peaks give a significant
contribution to the angular distribution of the intensity of the scattered light, we may expect
that multiple-scattering effects will manifest themselves more clearly under conditions where
the leaky wave peaks are absent.

4. Formulation of the scattering problem

Monochromatic p-polarized light of frequency w, whose plane of incidence is the x;x3-plane,
illuminates the prism—metal interface x3 = D from the side of the prism. In this case it
is convenient to work with the single non-zero component of the magnetic vector at the
fundamental frequency w. It is assumed that the nonlinearities that give rise to the second
harmonic field arise in a thin region containing the prism—metal interface, and in a thin region
containing the metal-vacuum interface. The nonlinearity of the metal therefore enters the
problem only through the boundary conditions at these interfaces at the harmonic frequency.
It is also implicit in our formulation of the problem that the harmonic field, being small, has
no influence on the fields or the scattering problem at the fundamental frequency. Then the
Xx,-components of the magnetic fields at w and 2w satisfy Helmholtz equations in each of the
regions x3 > D (region I), £(x;) < x3 < D (region II) and x3 < ¢(x;) (region III). By
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applying Green’s second integral identity in the plane [29] to each of these three regions in
turn, we obtain the following equations:

1 o0 ,
0(x; — DYH" (x1, x3]Q) = Ho(x1, x3]Q) + Ef dx;

—00

0
X{ [FGE?(M,MM, xé)i| HYP (x]|Q)
13 x3=D

—[GE (x1, x3)x], x5) 1= p LD (x] |sz>} (4.1)

0(x; — £(x))O(D — x3)Hy'P (x1, x3|9)

1> 9 ,
=i dx] ”WG@(M,MIXL Xé)] Hy'" (x, x519)
o ;

9
H" (x), x5192)

Q
—G9 (xy, x30x], X)) —
8x3

x4=D
LY dx] LG(Q)(xl,xglxi,xg)_ H" (x], x5192)
A ) o AN’ € |
3
—G® (x1, x31x7, x3) N H™ (x], x4|2) 4.2)
x3=¢(x))
0(¢(x1) — x3)Hy" (x1, x3|92)
-1 dxi{ [i,céﬂ)(xl, Xl x| H (x]19)
4 J_o oN P
_I:G(()Q)(xl,xﬂxi,xg):l - L(”I)()CHQ)} (4.3)
X3= Xl

respectively. In these equations €2 denotes either w or 2w, 6(z) is the Heaviside unit step
function,

0 ) 4 (4.4)
—_— - X  — —_— .
N ¢ ax, | 0x3
and
Ho(x1, x31Q) = Hy (x1, x3]0) e Q=w (4.5q)
=0 Q=2w. (4.5b)
The source functions H" (x;|R), LD (x,|R), H"D (x|2), and L (x,|Q) are defined by
HD(x)|Q) = HP (x1, x319Q) (4.6a)
X3=
0
LD |Q) = — H" (x1, x3|Q) (4.6b)
8x3 X3=
HD (x)1Q) = H"™ (x1, x319) (4.6¢)
x3=¢(x1)
0
LY (x12) = — H"™ (1, x3192) |iy=¢ ) - (4.6d)

N



192 1V Novikov et al

The functions G (x1, x3|x{, x5), G (x1, x3|x], x}) and G(()Q) (x1, x3]x], x}) are, respectively,
the Green functions for a dielectric medium characterized by a dielectric constant €, for a metal
characterized by a dielectric function €(£2), and for vacuum, at frequencies w and 2w. They
are given explicitly by

G (xy, x3]x] x’)—/ij d—qiex lig(x; — x}) +ice, (g, )|x3 — x4]] (4.7a)
€ N1, A31Xp, X3) = o 27 0y (g, Q) plig (xy 1 r\q, 3 3 .
oy f 1252 "2 1\291/2
=inH; | €, ?[(xl —x))7+ (a3 —x5)7] 4.7b)
G (x1, x3]xy, x5) Z/Oc 1 explig (x; — x}) — B(g, Q)|x3 — x3[] (4.8a)
R N S F Y TN ) ! YT '
_ Q
= 17'[H0(1)(ne(9)?[(x1 —x)?+ (3 — x5 (4.8b)
® dg 27i
G (x1, x3)x], x}) = /_ ) %W’”Q) expliq (x — x}) + (g, )lxs — x}|] (4.9a)
: Q ! 7
= inH" (;[(x1 — X))+ (x5 — x3)2]1/2> (4.9b)
where
QZ 5 1/2 5 QZ
ap(g, Q) = eoc—z —q q° < eoc—2 (4.10a)
o, o2\ 72 ) Q?
=i(¢ - ¢’ > e (4.10b)
QZ 5 1/2 ) QZ
ao(q, ) =| — — q9° < — 4.11a)
C C
L, o\ . @ "
and
2\ 172
B(q, Q) = (q2—e(52)§) Re (g, Q) >0 ImB(g, Q) <0 (4.12)
while
ne () = (e(Q)'/? Ren (Q) > 0 Imn. () > 0 (4.13)

and Hél) (z) is a Hankel function of the first kind.
The scattered field in the prism is given by the second term on the right-hand side of
equation (4.1):

1 o0 d
Hé”(xl,xzm)m:E / dx{{[—G£?><x1,x3|x;,xg)] HD (x]19)

/
—o0 9x3 xj=D

,
3

—[GE (x1. x3lx1. D], L<’>(x;|sz)}. (4.14)
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The transmitted field in the vacuum is given by the right-hand side of equation (4.3):

d
H"™ (x1, x31Q2); = —— / {[WG“%I, x31x], xg)] H (x19)
x3=¢(x})

Q
- [6§P e w1

X3=¢(x]

o L<’”>(x;|sz)}. (4.15)
To obtain the equations satisfied by the source functions H /D (x,|Q2) and LU0 (x,|€2)

we proceed as follows. By setting x3 = D + n, where n is a positive infinitesimal, in
equations (4.1) and (4.2), and using equations (4.6), we obtain the following pair of equations:

1 * / 8 / /
H (x119Q) = Ho(x1|2) + — [ _dx [a ,G<Q>(x1,x3|x1,xﬂ]ww

XH(I)()C“Q) _ [GEOQ)(‘XI’ x3|xi, x;)] X3,:D5'7] L(I)(x“Q)} (4.16)
0=_L oodx’ 0 — GO (xy, x3x{, x3) [H(”)(x/ x/|9)]
4r J_o 3x; Tz L2 TP g p

d
[G(Q) (x1, x3|x1, x’;)]xs D+n |: 7 H2(II) (-xiv x%|Q)i| }
8)63 x;=D

x3=D

+_ d _G(Q) , , I:H(ll) /’ ’ Q ]
f x1 { |:3N’ (x1 x3|x1 x3) 552D ) (xl x3| ) =)

x3=¢(x})
(Q) I ’ 0 n . s l
~[69 G xslx )] wmp | 5" G I @.17)
x3=¢(x}) x3=¢(x})
where
Hy(x1|2) = Ho(x1, x3|2)|x;=p- (4.18)

We obtain two more equations by setting x3 = ¢ (x;) + 1 in equations (4.2) and (4.3):

(1) 1 *© / 8 (Q) / /
H,™ (x1, x3|€2) =—— dx; 1 | =G (x1, x3]x), x3)
—00

x3=¢ () 47 ax} x3=000)
xgzu

9
H" (x), 5512
I:aXé ( H 3| ) xj=D

1 Rl 0 @
+— dx;] — G, (xl,x3|x],x3)
4 J_o aN’ x3=¢(x)+n
x3=¢(x})

11 Q
o AR B (ORI P
x3=¢(x}) x4=¢(x})

11 Q
< [HP 2] =[G Gl )]s
x4=D

a X } }
I (x, x19) (4.19)
[3N e
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1 *© ’ 0 () ’ ’ iy ¢ .
4n 5 { [BN/GO 1 10 X3) | e 11D

% 4=C(x))
Q
- [Gg ) (1, a3l xg)] ety L] |Q)}. (4.20)
G=t0h)

The four equations (4.16), (4.17) and (4.19), (4.20) provide the starting point for the calculations
that yield the source functions. We now consider the fields at w and 2w in turn.

5. The linear scattering equations

The continuity of the tangential components of the electric and magnetic fields across the
surfaces x3 = D and x3 = {(x;) at frequency w can be expressed as

Hy" (x1, x310) [xs=p = Hy"(x1, X3]0) 52 (5.1a)
19 o 3 an

2 0 gD, oy = —— L HID (e, o 5.1b

i 2 (x1, X3|@) | x;=p @k (x1, X3|®) ly,=p (5.1b)

and

Hy" (x1, x310) [xy=c ey = Hy " (01, %310 |y=¢ (1) (5.2a)
1 in(H)(m,nlw)lx =) = 2 30 e, x3100) |ey=eon) (5.2b)

e(w) N =) TGN 3=t

respectively. When these boundary conditions are used in the integral equations (4.16), (4.17)
and (4.19), (4.20) with 2 = w, and the definitions of the source functions, equations (4.6), for
Q = w are used, we obtain the following set of integral equations for the four source functions
HD (x1|w), LD (x1]w), HM™ (x1]w), and L (x;|w):

HD (x|w) = H(x1|a))inc+/ dx; [H}?D(x”xi)H(l)(x“a)) —L?D(x1|xi)L(l)(xi|w)]
—00
(5.3)
<o DD Ny (D) gt €() pp INT (D)ot
0=/ dx; [—H”" (x1|x))H (xl|a))+?L6 (x1|x) LY (x]|w)
—00
+HP (x;|x)H" (x{|w) — €(@)LL° (x, |x1>L<””<x1|w>} (54)
* , €(w)
H(”')(x1|a)):/ dx; |:—H€0D(x1|x;)H(')(x1|a))+E—L3D(x1|xi)L(’)(x{|a))
—00 0
+HPO (x11x) H'™ (x]|w) — €(@) L2 (x1|x)) LD (x| |w>} (5.5)
0 :/ dxi [—HLC ey lxDH" (x}|ow) + LY (e lx) L (x| 0) ] (5.6)
—00

The kernels appearing in these equations are written out explicitly in appendix A.
Equations (5.3)—(5.6) are solved by converting them into matrix equations. The way in which
this has been done in this paper is outlined in appendix B.
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For the incident field we use the superposition of an infinite number of incoming plane
waves,

/2 a)ZwZ
H(I) s inc — CﬁL do — 6 — 6, 2
) (1, x3lw) «/E_oc N eXp| —€0 ( o)
X exp [i@f(xl sin6 — (x3 — D) cos 9)}. (5.7)
C

In the limit ,/€p(ww/2c) > 1 this expression defines a Gaussian beam of width 2w, whose
angle of incidence is 6y. The total time-averaged flux incident on the surface x3 = D is

oo L2/2
Pinc = ‘ / dxl / dx2 Re[Sg]inc
—00 —L2/2

it (S () ()| e

where S5 is the three-component of the complex Poynting vector, L; is the length of the surface
along the x;-axis, and Erf(z) is the error function.

With the use of the integral representation (4.7a) of the Green function Ggf) (xr, x3]x7, x5)
we can write the amplitude of the scattered field (4.14) in the far field in the form

o0
d . .
HP (x1, x3|0)50 = / %R(q, w) expligx; + ia, (g, w)x3] (5.9)
—o0

where

1 o0
R, ) = ———— / dx; expl—igx — i, (g, @)D]
2ia,(q, @) J_x

x [y (q, @) H (x1]w) + LY (x1]w)]. (5.10)

The total time-averaged scattered flux crossing the plane x3 = constant > D is

) Ly/2
P = / dx; / dx, Re[S5];.
o _
/2

Ly/2
= / dfy P (05 |w) (5.11)
—/2
where
Pye(6s|w) = ch—2|r<es|w>|2 (5.12)
64m2eyw
and
r (6, |w) = 21@% cos we(ﬂ? sin 6, w). (5.13)

In a similar fashion, with the use of the integral representation (4.9a) of the Green function
G(()‘") (%1, x3]x], x5) we can write the amplitude of the transmitted field (4.15) as

o0
d . .
HI (3, x3]0) = / 27, @ explign: —iao(q, w)xs] (5.14)
—00

where
1 o0
T(qw) =~ f dxy expl—igx: +iao(q, @) (x1)]
210[0(6],60) —00

x[i(q¢' (x1) + ao(q, ) H"™ (x1]w) — LY (x1]w)]. (5.15)
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The total time-averaged flux crossing the plane x3 = constant < £ (X])min 1S

Ly/2
J AR / dx, / dox; Re[ 5],

Ly/2
=/ dé; P, (6;|w) (5.16)
—m/2
where
c? 2
Py (0lw) = Lzmlt(Gzlw)l (5.17)
and
. w
t(0;|w) = 2i— cos 6; T<— sin 6;, a)> (5.18)
c c

The differential reflection coefficient, defined as the fraction of the total incident power
that is scattered per unit angle, is

R (6; Py (6, 2 O |w)|?
Olo) _ PeOilo) _, ¢ rGle)P 5.19)
BQS P,'m- 647‘[260(0 P,‘m-

Similarly, the differential transmission coefficient, defined as the fraction of the total incident
power that is transmitted per unit angle, is
0T (0lw) Py (r|lw) 16 |w)?
aet Pinc g 647'[20) Pinc ’

(5.20)

From these results we find that the contributions to the mean differential reflection and
transmission coefficients from the incoherent component of the scattered and transmitted light
are given by

RO\ (r@ o)) — Gl (5.21)
89s incoh - 647T2€0a) Pinc .

aT (6;|w) _ c? (|t(9,|a))|2) _ |(l‘(9;|a)))|2

< aet >lncoh N L2 647'[2(,() Pinc . (522)

6. Nonlinear boundary conditions

Homogeneous and isotropic metals possess inversion symmetry. Therefore, the dipolar
contribution to the bulk nonlinear polarization is absent (x ® = 0). The presence of a surface
breaks the inversion symmetry and, since both the electromagnetic fields and material constants
vary rapidly at the interfaces, their gradients give rise to the optical nonlinearity of each of
the interfaces. Therefore, the second harmonic radiation we are interested in is generated in a
prism—metal interface layer and in a metal-vacuum interface layer that have finite thicknesses
on the microscopic scale. Consequently, the resulting nonlinear polarization can be taken into
account through the boundary conditions for the second harmonic fields. In what follows we
will neglect the small contribution to the nonlinearity coming from the bulk and the possible
anisotropy of the material constants. We also assume that the metal film has a macroscopic
thickness, so that the interface layers are well separated. Several models of the surface nonlinear
polarization have been discussed in the literature [30—36]. In this paper we derive the nonlinear
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boundary conditions for the general form of the nonlinear polarization in a centrosymmetric
metal proposed in [33], which in the case of a metal film is

1
PIIYII[“I = E[“I.HIE(V “E)+ B m(E-V)E

+vimE X (VX E)+E(E Vo) + (E - E)Viy ] (6.1)

where the subscripts / and III denote the prism—metal and metal-vacuum interfaces,
respectively, the coefficients, in general, depend on the distance from the corresponding
interface and FE is the macroscopic electric field. The coefficients entering the expression (6.1)
can be related to the nonlinear parameters of the other models.

Both material constants and electromagnetic fields vary strongly across the interface layers.
However, outside the interface layers the fields are finite. This implies that in spite of the
singular behaviour of the nonlinear polarization, the tangential components of the electric
and magnetic fields and the normal components of the displacement vector must be finite.
The latter, in turn, implies a singular behaviour of the normal component of the electric field
across the interface layer. The nonlinear boundary conditions for the 2w fields are obtained
by integrating the Maxwell equations for them across the interface layers, and then passing to
the limit of vanishing thicknesses of the layers.

We first derive the nonlinear boundary conditions for the rough metal-vacuum interface,
x3 = ¢(x;). We introduce a local coordinate system with unit vectors {Z, g, 2}, where
z=(1,0,¢"(x1))/¢(x1) and 2 = (—¢'(x1), 0, 1) /¢ (x;) are unit vectors tangent and normal
to the interface in the plane perpendicular to its generators, ¢ (x;) = [1 + (¢'(x1))?]"/?, and
y is the unit vector along the x,-axis. In this coordinate system all material parameters,
€(w), eQw), a, B, ¥, p and k, depend only on the distance from the interface along the normal
to it, z. Integrating the tangential component of the equation V x H = —(2iw/c) D, namely
0H,/0z = (2iw/c)z x D, + V,H,, along a contour around the metal-vacuum interface, we
obtain with the use of the relation D = (2w, z) E + 47 PN

+1 2i
liH})[H,(x, n2w) — H;(x, —n|2w)] = lin% dz {32 x [eCw, 2) E; (x, z|2w0)
n— n— - C

9
+4 PN (x, z]20)] + aHz(x, z|2a))} (6.2)

where the subscript ¢ denotes the components tangential to the local interface and 9/0t =
(0/0x,0/0dy,0).

The non-vanishing contribution to the integral on the right-hand side of equation (6.2) in
the limit n — O comes from the most singular part of P"X. Since the normal component of
the electric field and the nonlinear material parameters are discontinuous across the interface,
their derivatives with respect to the normal to the interface determine the unbounded, most
singular, part of the nonlinear polarization. Therefore, from equation (6.1) it follows that the
unbounded part of the tangential component PVX has the form

1 d 1 I dom(z)
PNL = _E ’ D k) - +
p yp 1 (x, zlw) D (x, z|w) <06111(Z)dZ @ cwo @
where €(w, z > 1) = €(w) in the metal and €(w, z < —n) = 1 in vacuum. Since E; and D,
are finite they can be evaluated at the surface and removed from under the integral sign. As a
result we obtain

(6.3)

2iw
17 117 IIT) ~
H" (x, z120)1.—0 — H™ (x, z]20) .= = T“g )2 x E/(x, zlo) D, (x, z|®)|:=0

(6.4)
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where the superscripts (/II) and (/) denote the fields in vacuum and in the metal film,
respectively, and the phenomenological nonlinear constant ,u“”) is given by

(111)_hm/ dz [am(z) 1 . 1 d,OIII(Z):|. 6.5)

ew,z) €lw,z) dz

The field components entering the nonlinear source on the right-hand side of equation (6.4)
are continuous across the local interface z = 0 and can be evaluated either in the film or in the
vacuum.

The analogous boundary condition for the tangential component of the magnetic field
across the planar metal-prism interface, x3 = D, is obtained in the same manner, with the
result that

H" (x1, x3]20) jx,=p — H"" (x1, x3120) 15,2
2160 ) A
= M3 EX E;(x1, x3|w)D3(x1, x3|w) ;=D (6.6)

where &3 is the unit vector normal to the interface directed into the prism and the superscript
(I) denotes the fields in the prism. The phenomenological nonlinearity constant ,ugl) is given
by

D
% o

, d 1 1 dpi(x3)
My = lim dxs [ ay(x3)—
=0 Jp_y dx; €(w, x3) €(w,x3) dxs

6.7)

and €(w, x3 < D — 1) = €(w) in the metal film and €(w, z > D + n) = ¢ in the prism.

The second boundary condition at the metal-vacuum interface x3 = ¢(x;) is obtained
by integrating the tangential component of the equation V x E = (2iw/c)H, namely
0E,/dz = —(QRiw/c)z x H; + V,E,, around the metal-vacuum interface:

%i_r}})[Et(x, n2w) — Ei(x, —n|2w)]

= lim ' dz <—21—z x H,(x, z]2w) + — 9 E,(x, z|2a))>. (6.8)
n—0J_, c ot
The normal component of the electric field can be singular at the interface. To exclude
it we use the relation E.(x, z|2w) = [D.(x,z|2w) — 47 PN (x, z|2w)]/€ 2w, z), where
€R2w,z < —n) = 1 in the vacuum and €2w,z > 1) = €(2w) in the metal. Since the
tangential component of the magnetic field and the normal component of the displacement
are finite across the interface layer, the non-vanishing contribution to the integral on the right-
hand side of equation (6.8) as n — 0 comes from the most strongly varying part of the normal
component of the surface nonlinear polarization. From equation (6.1) it follows that this is
given by
NL 1 2
P (x, 7)2w) = i |:Dz (x, zlw) < (e (2) +/3111(Z)) 0.0
T (,2)
1 drcyr (2) :|
62(w 7)dz dz |

On evaluating the continuous fields at the interface and removing them from under the integral
sign we obtain

(m@+m@0+ﬁ@l) (6.9)

d
E@ummmﬂ—ﬂmummmﬂ=—§mWD%mwnwm#uﬂwmﬂ

(6.10)
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The phenomenological constants y,ﬁm) and u(;”) appearing in the boundary condition,

equation (6.10), are given by

. 1 1 1 d
wi™ =lim [ dz ——— [—(om(z) + Bur(2)—

n—0J)_, €Qw,z) |2 dz €2(w, 2)
d
- 6.11
+€2(a),z) & (/OIII(Z)+KIII(Z))1| (6.11)
and
. n 1 diy(2)

i) 1

= lim dz ————= 6.12
e =), Y cCm o dz ©612)

In the same manner we obtain the second boundary condition for the prism—metal interface
x3 = D in the form

I 11
E" (x1, x3120) 1,=p — B (x1, x3]20) 1s=

d
a7 " D2 sl + B )] (6.13)

The phenomenological constants /L(ll) and Mél) appearing in the boundary condition (6.13) are
given by

D — lim D+ndx ! l(Ot (x3) + Br(x3)) d !
" T =0 D—n 36(2a),x3) 2! 3 3 dx; €?(w, x3)
s L ) ) (6.14)
_— X Kr(x .
(. x3) dxs P1(X3 1(X3
and
D+n 1 d
uP =tim [ dy ) 6.15)

3
=0 Jp_y €Q2w, x3) dxz

From the boundary conditions, equations (6.4), (6.6), (6.10) and (6.13), it follows that
when the incident field is p-polarized the nonlinear sources on the right-hand sides of the
equations are non-zero only for p-polarized fields of frequency 2w. In this case it is convenient
to work with the single non-zero component of the magnetic field H,(x;, x3|€2), and in the
laboratory coordinate system (x1, x3, x3) the nonlinear boundary conditions (6.4) take the form

2ic LU (x)|w) d
£ (x1] )—H(m)(x]|a))

un 10/7p) .
Hy (x1, X3120) |xy=¢(x) — H (x1]20) = — 1S ) o
= A(’”)(x1|2a)) (6.164)
and
1 iH(n)(x1 x3]20) — LD () 200
€eQw) | N 2 P et
2ic d 1 an (4 2 .
=—7 —_gum + D g am 2
w dx {¢2(x1) |:'ul dx; (x1]e) %) (x1]w)
= U (x1|20) 6.165)

where HD (x,1Q) and LYD(x,|Q) are given by equations (4.6), while d/dN is the
unnormalized derivative along the normal to the surface and is given by equation (4.4).
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The nonlinear boundary conditions (6.2) and (6.8) in terms of the source functions take
the form

2ic 1 d
HD (x120) — H" (x1, x3120) jg,=p = u“) LD (x, |w)aH“><x1 |w)
1

= A(I)(x1|2a)) (6.17a)

and

1 1 0
—L<“<x1|2w> — —— —H" (01, x3120) 1120

€(2w) 9x3
2ic d d 1
S RN RIS TR TR
w dx; dx; 60
= BD (x| 2w). (6.17b)

The nonlinear boundary conditions (6.16) and (6.17) were derived for the general
form of the surface nonlinear polarization given by equation (6.1). The requirement of
energy conservation leads to the following relations among the coefficients in equation (6.1):

arg = —PBru = —yrm.and Vo = V(g r+2k; 7). Inthis case the nonlinear coefficients
M;””) takes the form
1 d 2 d
M;m) — lim / a4 am(z) N ki (2) (6.184)
n—0J_, dze(w,z) €(w,z) dz
u = tim [ d 9 @+ 3w @) (6.18b)
1 o (. 2)e (2w, 2) dz 1 1 .
" 1 dey(2)
11/78) 1
=1 d 6.18
2 nl—I>I(1) — . €Rw,z) dz ( )
and
D d , 2 d
Mgl) — lim d [_ ar(z) N K1(Z)i| (6.19)
=0 Jp_y dze(w,z) €(w,z) dz
0 D+n 1
=1 +3 6.19b
Py = . Z (w2 dz (011(Z) k1(2)) ( )
D+n 1 d
" = lim L dal) (6.19¢)

v4
—0Jp, €Qw,2) dz

If we assume that the coefficients p;j; and «; y vanish, while oy g7, By and yr
are independent of the distance from the interface, the nonlinear polarization reduces to the
form introduced by Bloembergen et al [30]. In this case M(I I vanish, while the nonlinear

coefficients /L(I 1 and /L(I 1D take the forms
Tood 1
ainy _
=1 dz — 6.20
M3 nl_IH) (2977} /—n Z 4z c(@.2) ( a)
008} r’ 1 d ]
ny = 11111 (Olul + Bur) (6.20b)

0 0w 0
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and

D+n d 1
nd = lim o, / dz — (6.21a)
=0 " Jp, dze(w, 2)

D+n 1 d 1

"= Z — .
p—y  €Qw,z)dz e (w,z)

1
wy = %136 5(0‘1 +B1)

(6.21b)

Finally, if we assume that p; ;y = k;; = 0, while oy ; = e/8rmw?) = B, v =
Br.u = €’no(z)/(dm*w*) = 2y (z), where e is the magnitude of the electron charge, m is the
electric mass and n(z) is the electron number density, n(z) = n¢6(z)0(D — z), where 6(z) is
the Heaviside unit step function, the surface nonlinear function given by equation (6.1) reduces
to that of the free-electron model [32,36-38]. In our numerical calculations we will use this
model of the surface nonlinear polarization because its great advantage is that all the nonlinear
coefficients can be expressed in terms of the dielectric functions of the adjacent media. The
resulting nonlinear coefficients are known to yield a good fit to the experimental data on second
harmonic generation in reflection from a planar silver surface [38].

Since in the free-electron model the nonlinear coefficients 8 and y are known and we can
use the Drude model to relate the dielectric function to the electron number density n¢(z), the
nonlinear coefficients (i1, 1, and w3 can be expressed in terms of € (w, z), whose behaviour at
the surface is known.

In the Drude model the dielectric function €(w) is €(w) = 1 — (4mwe’ng)/(mw?), so
we have € 2w) = B +€(w))/4 and y = [B(l — €(w))/4]10(2)0(D — z). To calculate the
phenomenological nonlinear coefficients w, ;, and w3 we can represent € 2w, z) and y (z)
in the forms

€Qw,2) =& — ( —e®,2) (1 - 3a) (6.22)
and
y(@) = 1BE — e(w,2)a (6.23)
where
1—€()
= m (6.24)

with € = 1 for the metal film—vacuum interface and € = ¢ for the prism—metal film interface.

Therefore, the phenomenological nonlinearity constants Mgm) and ,ugl) entering the boundary

conditions equations (6.4) and (6.6) are now given by

n d 1
0)) .
=81 dz —
M3 B nli% . z 4z e(@.2)
1—
_ploe@) (6.25)
€(w)
and

D+n d 1

%0 )
= B lim dz —
= pm p—y  dze(,2)

1 1
_ <_ - _>. (6.26)
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Since «; j; vanish in the free-electron model, the phenomenological nonlinear constant

ué”m) also vanishes, while for /LY”) we obtain the expression

. 7 1 d 1
Mil[l) = lim dz (y(z) + g)

~0J)_,  €Qw, 2) dz (o, 7)
2ﬂ/€(w)d< i 6.27)
= — €(lw, . .
1 Y@ )43 w2
As a result of the integration we obtain that
1 [(€@) — D —3) 4 €(w)
an
== — -1 . 6.28
H 3’3[ 2(w) 3 "\ eQw) (6.28)
For the prism—metal film interface we have
Din 1 B\ d 1
(H :
=1 d + o) =
1 nl—r>r(1) D—n ‘ €Quw, 7) (J/(Z) 2) dz €2(w, 2)
_ /60 2 +epa — ae(w, 7) : 1 de(w, z). (6.29)
cw) €(@,2)(4 = 3a) + 36 € (w,z)  dz

On evaluating the integral in the second line of equation (6.29) we obtain

o _ €@ | L1 _ vt ¢yl 1
= zﬂ{Aln[dzw)} B|:€0 e(w)] ng e%w)]} (630

where
22+
c=Zir? (6.31a)
3 (54164
2 4-3
B=——"+ “c (6.31b)
36() 36()0[
and
4-3
A=——""%p 6.31¢)
3600{

The values of the effective nonlinear susceptibilities of the metal-vacuum interface ,ui”” and
Mgm) , given by equations (6.25) and (6.28) coincide with those proposed by Mendoza and

Mochan [35] for semiconductors possessing a centre of inversion.

7. The scattering equations at 2w

With the boundary conditions (6.16) and (6.17) in hand, we can now return to equations (4.16)—
(4.20) to obtain the integral equations satisfied by the source functions H"/'D(x;|2w) and
LY (x1|2w). These can be written as

oo
H(l)(x1|2a)):/ dx{[HPP (r|x) H (x}120) — LDP (x1|x) LD (x]]20)] (7.1)
oo
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QWmmw=/

—0Q

o0

dx] I:—FIGDD(xl X)) HD (x] |20)

eRw) -~ -
+%L?D(xl IXDLD (x]2w) + HPCe(xy|x)) H™ (x]|2w)
0

—€Qw)LP? (x|x)) LD (xi|2a)):| (7.2)

H (1 20) = 0 20 +

—0Q

dx] |:—I-I€0D(x1|x{)H”)(x{|2w)

20) ~ -
+MLEOD(X1 IXDLD (x]120) + HO (x1]x)) HYD (x}1200)

€0
—e(2a))l~,600(x1|xi)L(1”)(xi|2a))i| (7.3)
00 ~ ~
0= / dx] [—Hooo(xl|x;)H<”’>(x;|2w) +Lgo(x1|x;)L<”’>(x;|2w)] (7.4)
—00
where
o0

@Wmmw=/

—0Q

dx] [—I:IGDD(x1|xi)A(1)(x{|2w)

+€2w)LPP (x11x)) B (x} |20) — HPO (x1|x]) A0 (x} | 20)

+ €Qw)LPO (x, |x;)B<’”>(x;|2w)] (1.5)
00 ~
0" (x12w) = —A"" (x20) + / dx| [HGOD(x1|x{)A(1)(x{|2a))
-0

—eQw)L2P (x1|x)) BD (x}120) + HPO (x1]x]) A0 (x| |20)
— €Qw)L29 (x;|x}) B (x/ |2a))]. (7.6)

The matrix elements entering these equations are obtained from those tabulated in appendix A
through the replacement of w everywhere by 2w.

We note that the functions Q" (x1|2w) and QYD (x|2w) play the role of sources in
equations (7.2) and (7.3).

The integral equations (7.1)—(7.4) are converted into matrix equations following the
procedure outlined in appendix B, which are then solved numerically to yield H "/ (x;|2w)
and LMD (x;|2w). The results are then used to calculate the reflection and transmission
efficiencies of the second harmonic fields as follows.

With the use of the integral representation (4.7a) of the Green function G g“’) (x1, x3]x7, x5)
we can write the two-component of the scattered field in the form

, 2 /eow/c dq
%Rmmmm=f 4 expliqr: +iay (g, 20)x3) a.7)
-2 /&w/c 2
where
1 o0
R(g,2w) = m /_oo dx; exp(—igx; — ia,(q, 2w)D)

x [, (q, 20) HD (x1120) + L (x;20)]. (7.8)
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The total, time-averaged flux crossing the place x3 = constant > D is

2 /2 ,
P = — dé; |r (6,2 7.9
S = T3anTe] f_m s I (6,120)] (7.9)
where
. @ w
r(0512w) = 4i /€y — cos GXR<2\/€_() — sin 6y, 2a)>. (7.10)
c c
We rewrite P, in the form
/2
Py = f do; P;(0;]2w) (7.11)
—m/2
where P;(6,|2w) is given by
g 2
P (0;]2w) = mlr(@ﬂwﬂ . (7.12)

Similarly, for the two-component of the transmitted field we have

10/14) 2ofe dg . .
H™ (x1, x320),, = / 2L 7, 20) explixs — ianlg, 200xs)  (113)
—2w/c
where
1 o0
T(q.20) = — / iy exp(—iqx; + ia(q, 202 (x1))
2iag(q, 2w) J_oo
x[i(g¢' (x1) + ao(q, 20)) H (x112w) — LYD (x| 20)]. (7.14)
The total, time-averaged transmitted flux crossing the plane x3 = constant < &(x1) i, 18
t 2 7/2 ,
Pl = do; |t (6;|2 7.15
i 12871260/_7,/2 /11 (6:120)| (7.15)
where
.w @
t(6;|lw) = 41— cos O, T<2— sin 6;, Za)). (7.16)
c c

In a similar fashion we rewrite le; in the form

/2
Py, = / do, P, (6;120) (7.17)
—7/2
where P;(6;|2w) is given by
2
_ 2
P (0,120) = 128szwlt(GtIZw)l . (7.18)

We define the efficiency of second harmonic generation in reflection as the total power of
the scattered harmonic light, normalized by the square of the power of the incident field and
multiplied by the illuminated area S:

se _ Py
Ly, = —°S. (7.19)

inc
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We take the value of S to be equal to 2gL,, where g is the half-width of the intercept of the
incident beam with the upper plane (x3 = D) of the film, L, is a large arbitrary length along
the x;-axis, and Py, is given by equation (5.8).

Similarly, the efficiency of second harmonic generation in transmission is given by

tr
= Pu g (7.20)
w P2

mc

The efficiencies defined in this way do not depend on the amplitude of the incident field, and are
therefore convenient to use in experimental measurements of the second harmonic generation.

We then define the differential reflection and transmission efficiencies of second harmonic
light by

9 P, (6,]2w) s )

L€ (65) = = r (62w 7.21a
36, 2 () P2, 128n2a)eoPifw| (6 |20) (7.21a)
9 P, (6;|2w) s 2
— I (6,) = = 1(6,2w)|>. 7.21b
20, 2w (0r) P2 12377260P,~ic| (0, 12w)| ( )

To obtain the mean differential reflection and transmission efficiencies in the Kretschmann
geometry with a random surface we must average the expressions given by equation (7.21)
over the ensemble of realizations of the surface profile function,

2
sc _ 2
<8_9512w(95)> = m(lr@uwﬂ ) (7.22a)
0 %S
— I () = ————— (|t (6;]2w)|?). 7.22b
<89t 2u1( f)> ]287T20)Pi3w<| ( | C!))| ) ( )

(Ir(@s120) %) — [{r@s120)1*1  (7.23a)

The contributions to the mean differential reflection and transmission efficiencies from the
9 2
L€ (0 = —
<395 2( S)> 1287 2wey P2 [
2
c
_Itr 9 - -
<89t Za)( t)>incoh 1287T260P-2 [

incoherent components of the scattered and transmitted light, respectively, are then given by
incoh inc
mc

(£ 120) 1) — |( (6, 120)) *]. (7.23b)

8. Results and discussion

In this section we present results for the scattering of p-polarized light from, and its transmission
through, the structure depicted in figure 1, at both the fundamental and harmonic frequencies.
The numerical results illustrated in this section represent the averages of the corresponding
results obtained from N, > 1000 realizations of the random surface. In each case the number
of realizations N, is given in the caption to the corresponding figure.

The results obtained at the fundamental frequency, in particular the source functions
HD (x1|w), LD (x;|w), H" (x;|w) and LY (x||w), are needed for solving the problems of
scattering and transmission at the harmonic frequency. However, the angular distributions of
the intensity of the light scattered and transmitted incoherently at this frequency are also of
interest in themselves, because they can display features associated both with the fact that
the scattering structure supports two surface plasmon polaritons at each frequency w below
o = w,/+/1+ €, where w, is the plasma frequency of the conduction electrons in the metal
film, and with the presence of the prism on whose base the metal film is deposited. To the best
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of our knowledge the scattering and transmission of p-polarized light from a rough metal film
in the Kretschmann attenuated total reflection geometry has not been studied theoretically up
to the present time.

8.1. Results at the fundamental frequency

To illustrate the variety of single-scattering and multiple-scattering phenomena to which the
system depicted in figure 1 can give rise, we consider a silver film of mean thickness 48 nm with
arandomly rough surface characterized by a Gaussian or a West—O’Donnell power spectrum.
We have chosen two wavelengths of the incident beam, namely 394.7 and 612.7 nm. At these
frequencies the complex dielectric function of silver has the values €(w) = —4.28 +10.21
and €(w) = —17.2 +10.498, respectively. The medium above the film is assumed to be
either a dielectric or vacuum. In the latter case (a free-standing film) there are no leaky
wave peaks and, as explained earlier, we therefore expect that multiple scattering effects will
manifest themselves more clearly in the scattering spectrum in this case than in the case of the
Kretschmann geometry.

In figure 3 we plot the contributions to the mean differential reflection (DRC) and
transmission (DTC) coefficients from the incoherent components of the scattered and
transmitted fields for p-polarized light of wavelength A = 394.7 nm incident on a free-
standing film with a random back surface characterized by a Gaussian power spectrum (2.5)
and roughness parameters § = 8.8, @ = 250 nm. The angle of incidence is 6, = 0°. The mean
thickness of the film is D = 48 nm. The numerical solution of the dispersion equation (3.1) for
the film with planar surfaces in the case where ¢y = 1, yields two surface plasmon polaritons,
the real parts of whose wavenumbers are g;(w) = 1.07(w/c), g2(w) = 1.26(w/c). The
imaginary parts of these wavenumbers are three orders of magnitude smaller than their real
parts, so that we will neglect them here and in what follows. The broken lines in figure 3
indicate the angles at which the satellite peaks occur according to these values of ¢ (w) and
¢>(w) and equations (3.2) and (3.3). These peaks are weak but well defined, and do not
disappear as the number of sampling points used increases. There are no leaky peaks in
scattering from a free-standing film. This result is consistent with the arguments presented
above.

The situation is different when the upper medium is not vacuum but a dielectric. In
figure 4 we plot the contributions to the mean DRC and DTC from the incoherent components
of the scattered and transmitted fields in the scattering of p-polarized light in the Kretschmann
geometry. In obtaining these results it was assumed that 6 = 0°, A = 394.7 nm,
€ = 2.25,D = 48 nm, €(w) = —4.28 +10.21,6 = 8.8 nm, a = 101.7 nm. The vertical
broken lines mark the positions of the leaky wave peaks as predicted by equation (3.4) with
the use of g(w) = 1.13(w/c) (q2(w)) = 2.23(w/c)). Satellite peaks in reflection are not
observed; in transmission they are clearly visible, but are not well pronounced.

In figure 5 we plot the results of calculations of (dR/30;)incon and (3T /06;)incon for
the scattering of a p-polarized beam in the Kretschmann geometry with a random surface
characterized by the West—O’Donnell power spectrum (2.6) with kr(,fi)n = 0.86(w/c), kD =
1.80(w/c), hy = 1, h, = 0 and § = 8.8 nm. In obtaining these results it was assumed that
6p = 0°, L = 394.7 nm, ¢g = 2.25, D = 48 nm, €(w) = —4.28 +10.21. The numerical
solution of the dispersion equation (3.1) for the film with planar surfaces yields two surface
plasmon polaritons with wavenumbers ¢;(w) = 1.13w/c, g2(w) = 2.23w/c. Thus, with
our choices of k,;lzl and k) the incident field can excite only the surface plasmon polariton
with wavenumber ¢;(w). Therefore, satellite peaks will not be observed. Furthermore, it
follows from equation (3.3) that the satellite peaks in transmission should appear in the non-
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Figure 3. The differential reflection and transmission coefficients for the scattering of a p-
polarized beam of light from a one-dimensional free-standing silver film with a random back surface
characterized by a Gaussian power spectrum. L = 2.52 um, A = 394.7 nm, 6y = 0°, g = L/5,
8 = 8.8nm, a = 250, D = 0.048 nm, €(w) = —4.28 +i0.28, N, = 1100, | () = 1.14w/c,
g2(w) = 1.26w/c. The vertical dotted lines indicate the expected positions of the satellite peaks.

radiative region of the optical spectrum. A prominent peak is observed in transmission. This
is the enhanced transmission peak. However, in reflection the amplitude of the enhanced
backscattering peak is much smaller than the amplitude of the leaky peaks.

Now we consider a scattering system in which both wavenumbers are inside the window
kD < qi(w), g2(@) < k) . Thus, the power spectrum is non-zero for a range of wavenumbers
that includes g;(w) and ¢>(w). In figure 6 we plot the DRC for the scattering of a p-
polarized beam in the Kretschmann geometry with a random surface characterized by the
West—O’Donnell power spectrum with k,(nli)n = 0.86 (w/c), kfnlgx =1.80(w/c),hy =1,h, =0
and § = 8.8 nm. It is further assumed that 6 = 0°, A = 612.7 nm, ¢y = 2.25, D = 48 nm,
€(w) = —17.2+10.498. From the solution of the dispersion equation (3.1) we obtain for these
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Figure 4. The differential reflection coefficient for the scattering of a p-polarized beam of light
in the Kretschmann geometry with a randomly rough silver film the roughness of whose back
surface is characterized by a Gaussian power spectrum. L = 25.2 um, A = 394.7 nm, 6y = 0°,
g=L/56=288nm,a =250nm, D =48 nm, ¢ = 2.25,¢(w) = —4.28+i0.21, N, =
1100, g1 (@) = 1.13w/c, g2(w) = 2.23w/c. The vertical dotted and broken lines indicate the
expected positions of the satellite and leaky peaks, respectively.

parameters the wavenumbers of the two surface plasmon polaritons given by ¢;(w) = 1.03
(w/c), g2(w) = 1.62(w/c). There are two well defined satellite peaks (dotted lines) in
transmission and reflection (see the inset) at scattering angles that agree with the expected
positions defined by equations (3.2) and (3.3). The angles at which satellite peaks occur are
given by 0/ = £22.99° and 0/ = £35.87°, in reflection and transmission, respectively.
The leaky wave peaks occur at Gj.q, = +43.43° (dotted lines).

We should note that the results plotted in figure 6 show large wings in the DTC. This is
a side effect that occurs due to the short segment of integration, i.e. the length of the rough
surface in this case is shorter than the propagation length of the surface plasmon polaritons.
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Figure 5. The differential reflection coefficient for the scattering of a p-polarized beam in the
Kretschmann geometry with a random back surface characterized by the West—O’Donnell power

spectrum. kY = 0.86 w/c, kisw = 1.80w/c, hy = 1,hy =0, L = 25.2 um, g1 (») = 1.14w/c,

min

¢ (w) = 1.26w/c, » = 394.7nm, 6 = 0°, g = L/5,8 = 8.8 nm, a = 250 nm, D = 48 nm,
€ = 2.25,e(w) = —4.28 +i0.21, N = 400, N, = 2000. The vertical dotted and broken lines
indicate the expected positions of the satellite and leaky peaks, respectively.

We intentionally include this plot to compare it with figure 7, which was obtained for the same
parameters except that L = 25.2 um (twice as large), g = L/5, N = 500. A comparison of
figures 6 and 7 demonstrates that a short integration segment gives rise to computational errors
that can be eliminated by making the integration path sufficiently long. To ensure that the
numerical values of the DRC and DTC as well as the differential reflection and transmission
efficiencies of second harmonic light are reliable, the length of integration was chosen so that
the wings at large angles of scattering or transmission are absent and a further increase of the
length does not influence the results. However, in any case, the positions of the satellite and
leaky peaks are not greatly affected by the length of the integration interval.



210

1V Novikov et al

LA o I L N B O N L B B B
(a) }><10'4: ; }
0.010 | ‘ ‘ |
AE
@w
Q
3
ew0.00S
o
]
\%
0000 \:\\\\‘\\\\:\ T R
-90 -60 -30 0 30 60 90
0, [deg]
LA I O ) B FA L B B B B B
0.004 - ® -
g
D
@
£ 0.002
e
F
(g=)
\%
0.000\\\\\‘\\\\3\‘\\\\\‘\\\\\‘\3\\\\‘\\\\\
-90 -60 -30 0 30 60 90
6, [deg]

Figure 6. The differential reflection coefficient for the scattering of a p-polarized beam in the
Kretschmann geometry with a random back surface characterized by the West—O’Donnell power

spectrum. k') = 0.86 w/c, ke = 1.80w/c, hy = 1, ha = 0, ¢1(0) = 1.03 w/c, g2 (w) = 1.62
w/c,L =12.6 pm, A = 612.7 nm, ) = 0°,¢g = L/4,5 = 8.8 nm, a = 250 nm, D = 48 nm,
€0 = 2.25,e(w) = —17.2+10.498, N = 400, N;, = 2000. The vertical dotted and broken lines

indicate the predicted positions of the satellite and leaky peaks, respectively.

In figure 8 we present the results of calculations for the same parameters as in figure 7,

but with the angle of incidence 6, = 10°. The positions of the satellite peaks should shift
according to equations (3.2) and (3.3) (65 = —34.35°, 12.53°, 67* = —57.82°, 18.99°), but
only the right peak is well manifested, while the left peak disappears. The reverse pattern is
observed for the leaky wave peaks: the left peak is much more intense than the right peak. We
note that the positions of the leaky wave peaks do not depend on the angle of the incidence, in
agreement with equation (3.4).

At first glance, the preceding results seem to be counterintuitive. It might be thought that

it is easier to excite the surface polariton in the forward direction, so that the amplitude of
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Figure 7. The same as in figure 6 but with L = 25.2 um, g = L/5, N = 500.

the right leaky peak should be larger than the amplitude of the left leaky peak. In fact, this
observation is correct only if the power spectrum of a random surface has a Gaussian form.
However, in the case of the West—O’Donnell spectrum the incident light couples strongly
to the surface polaritons over a limited range of angles of incidence. Consequently, for
some angles of incidence it is more probable to excite a surface polariton in the backward
direction.

Let us analyse the results obtained in figure 8. As we mentioned earlier, if the angle of
incidence is zero, both wavenumbers satisfy the following set of inequalities:

kb < q1(@) < ga() < kD, 8.1a)
—k) < —g2(@) < —q1(@) < —kb, (8.1b)

and both polaritons can propagate in the forward and backward directions with the same
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Figure 8. The same as in figure 7, but with 6y = 10°.

probability. If the angle of incidence 6, = 10°, we have the following set of inequalities:

—ga(@) < kD 1 Jeg L siny < —q1(w) < —kD + /&g Zsinby  (8.2a)
C C

1@ < kD 4 Jeg 2 sinby < gr() < kD + /e = sin . (8.2b)
C C

Thus the wavenumbers —¢g(w) and ¢,(w) are inside the effective coupling window. This
means that a surface polariton with wavenumber ¢; (@) can be excited more effectively in the
backward direction, while a surface polariton with wavenumber ¢, (w) can be excited more
effectively in the forward direction. This leads us to the conclusion that the leaky peaks
should be more intense in the backward direction than in the forward direction, because the
wavenumber g (w) corresponds to the leaky mode.

A similar argument can be applied to the analysis of the satellite peaks. The more
intense satellite peaks in reflection and transmission should occur at the angles given by
equations (3.2) and (3.3), where we choose the minus sign before the second term on the
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Figure 9. The differential reflection and transmission efficiencies of the second harmonic light in
the Kretschmann geometry with a randomly rough silver film characterized by a Gaussian power
spectrum. L = 25.0 um, A = 1.063 um, 6y = 0°, g = L/4,8 = 7 nm, a = 600 nm, D = 50 nm,
€ = 1.5,e(w) = —56.9 +i0.6, €e(2w) = —11.56 +i0.37, N, = 1000. The vertical dotted
lines indicate the predicted positions of the resonance peaks, the vertical broken lines indicate the
positions of the leaky peaks.

right-hand sides of these equations. We believe that this mechanism is also the reason that
there are no strong enhanced backscattering and transmission peaks in this case, because for any
scattering event the excitation of a surface polariton in the forward direction has a significantly
different probability to occur than the probability of the excitation of the surface polariton in
the backward direction.
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8.2. Results at the harmonic frequency

In figure 9 we present the contributions to the mean differential reflection and transmission
efficiencies from the incoherent component of the light scattered from and transmitted through
a rough silver film at frequency 2w, when the lower, random, surface is characterized by the
Gaussian power spectrum (2.5) and the roughness parameters 6 = 7, @ = 600 nm. The mean
film thickness is D = 50 nm, and the angle of incidence 6, = 0°. The dielectric constant of
the prism is €9 = 1.5, the wavelength of the incident light is A = 1.063 pm, and the dielectric
constants of silver at A and A/2 are €(w) = —56.9 +10.6 and € 2w) = —11.56 +10.27,
respectively. Four prominent peaks are observed in both reflection and transmission. These
peaks occur due to the resonant nonlinear mixing of surface plasmon polaritons of frequency
o with the incident light. A schematic diagram of this nonlinear interaction is shown in
figure 10. This scattering geometry supports two surface plasmon polaritons, and they can
propagate both in the forward and backward directions. The incident light can excite both
surface waves at the fundamental frequency, which then interact nonlinearly with the incident
light (this interaction is denoted schematically by the broken circles in figure 10), and are
converted into volume electromagnetic waves at the harmonic frequency. This process gives
rise to four peaks in the spectrum of the incoherently generated second harmonic light, both in
reflection and transmission. The positions of these peaks can be obtained from the equations

k+qi2(0) =g (8.3a)
k+q1a(0) = q;" (8.3b)
where k = /€p(w/c)sinby is the x;-component of the wavevector of the incident light,

g12(w) are the wavenumbers of the surface plasmon polaritons of frequency w, g% =
(2 /eow/c) sin b is the x;-component of the wavevector of the scattered second harmonic
light, and ¢2® = (2w/c)sin6, is the x;-component of the wavevector of the transmitted
second harmonic light. For the parameters chosen the real parts of the wavenumbers of the
surface polaritons are given by

w w
g1(®) = 1.009= ¢ (w) = 1.242= (8.4a)
C C

2w 2w
q1Qw) = 1.046— ¢ Qw) = 1.323— (8.4b)
c c

where g (w) and ¢g; (2w) are the wavenumbers of leaky modes.

We note that this process is not mediated by surface plasmon polaritons at the second
harmonic frequency, since the particular Gaussian power spectrum we used ensures the
excitation of the surface polaritons of frequency w, while the excitation of surface polaritons
of frequency 2w is effectively suppressed. This is because in the latter case the wavenumber of
the surface polariton lies in the wings of the power spectrum (especially at normal incidence).
However, we can see from figure 9 that even the weak excitation of surface plasmon polaritons
of frequency 2w gives rise to the small leaky peaks in reflection marked by the broken lines.
The positions of the leaky peaks are given by

w .
qleaky(zw) = iz\/%; sin eleaky (85)

where gjeqry (@) is the wavenumber of the leaky surface polariton, and 6., is the angle that
defines the positions of the leaky peaks. The physical mechanism for this process is the same
as that discussed in section 3.

In figure 11 we plot the contributions to the mean differential reflection and transmission
efficiencies from the incoherent components of the light scattered and transmitted at frequency
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Figure 10. A schematic diagram of the nonlinear interaction of the incident light with a surface
plasmon polariton of frequency w which gives rise to four peaks in the spectrum of the second
harmonic light in both reflection and transmission.

2w for the same parameters as in figure 9, but with 8y = 5°. The positions of the resonant
peaks are shifted according to equation (8.3), and the right-hand peaks are more intense than
the left-hand peaks. The leaky peaks retain the same positions, and the right leaky peak is more
intense than the left-hand one. This leads us to the conclusion that the surface polaritons of
frequency w and 2w are easier to excite in the forward direction than in the backward direction.

In figure 12 we use the same parameters as in figure 9 but witha = 500, § = 10 nm, so that
the random surface is rougher. The efficiencies of diffuse scattering and transmission are more
than ten times larger than those plotted in figure 9, and the leaky peaks are more pronounced.
This is a consequence of the fact that the Gaussian peak in the power spectrum is higher and
broader than the one used in obtaining figure 9, which makes it easier to couple the incident light
into the surface plasmon polaritons. We should also point out that if 8, = 0° only a dip occurs
in the direction normal to the mean surface, both in reflection and transmission. This is due
to the symmetry of the nonlinear polarization, namely the second harmonic generation in the
direction normal to the mean surface is produced by the nonlinear mixing of contrapropagating
surface polaritons, which is forbidden by this symmetry.

In figure 13 we plot the contributions to the mean differential reflection and transmission
efficiencies from the incoherent components of the light scattered and transmitted at frequency
2w when the lower, random, surface of the film is characterized by the West—O’Donnell power
spectrum with kf,:fn = 0.86w/c, k) = 1.58w/c, hy = 1, hy = 0,8 = 7 nm. The mean film
thickness is D = 50 nm, and the angle of incidence is 6y = 0°. The dielectric constant of the
prism is €g = 1.5, the wavelength of the incident lightis A = 1.063 um, €(w) = —56.9+10.6
and €(2w) = —11.56 +10.27. The wavenumbers of the surface plasmon polaritons for these
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Figure 11. The same as in figure 9, but with 6y = 5°.

parameters are those given by equations (8.4). The inset in figure 13 magnifies the region in
the vicinity of ; = 0° to show a dip.

Up to now we have considered only small angles of incidence. However, it is worthwhile
to study the case in which the angle of incidence is optimal for exciting a surface plasmon
polariton. If the angle of incidence is optimal the incident light couples directly into a surface
plasmon polariton even if the film has planar interfaces. We can find the optimal angle by
matching the x;-component of the wavevector of the incident light with the wavenumber of
the surface plasmon polariton,

w .
\/% ? S Qapt = 111,2(60)~ (8.6)
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Figure 12. The differential reflection and transmission efficiencies of the second harmonic light
in the Kretschmann geometry with a randomly rough silver film characterized by a Gaussian
power spectrum. L = 25.0 um, 2 = 1.063 um, 6p = 0°, g = L/4,8 = 10, a = 500,
D =50nm, ¢g = 1.5, e(w) = —56.9 +i0.6, € 2w) = 11.56 +i0.37, N, = 1000. The vertical
dotted lines indicate the predicted positions of the resonance peaks, the vertical broken lines indicate
the positions of the leaky peaks.

We assume the following parameters for the scattering system: €y = 16, € (w) = —56.9+10.6,
D = 50 nm. For these parameters we find ¢;(w) = 1.009w/c and ¢;(w) = 4.73w/c.
Therefore, there is only one optimal angle, ,,, = 14.611°. To verify this result we calculate
the reflectivity and transmittivity of this system as functions of the angle of incidence, using
equations (B.25)—(B.29). The position of the dip in reflectivity or the position of the peak
in transmittivity defines the optimal angle. We note that the peak in the transmissivity in the
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Figure 13. The differential reflection and transmission efficiencies of second harmonic light
in the Kretschmann geometry with a randomly rough silver film characterized by the West—
O’Donnell power spectrum. ki, = 0.8605w/c, kay = 1.58w/c, L = 25.0 um, A = 1.063 pm,
6 = 5° g = L/4,6 = 001 um,d = 0.05 um, ¢¢ = 1.5, e(w) = —56.9 +i0.6,

€(2w) = —11.56+10.37, N), = 1000. The vertical dotted lines indicate the predicted positions of
the resonance peaks, the vertical broken lines indicate the positions of the leaky peaks.

vacuum falls into the non-radiative region since sinf, = ,/€gsiné,, = 1.009 > 1. From
figure 14 we find that the optimal angle is equal to 14.613°, which is in good agreement with
our previous estimate. We can see from equation (8.3) by using the condition (8.6) that there
must be a resonance peak in the direction normal to the mean surface in both reflection and
transmission. We pointed out earlier that for small angles of incidence the positions of the
resonance peaks shift according to equation (8.3), and thus if the condition for the optimal
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Figure 14. Plot of the reflectivity and transmissivity of p-polarized light in the Kretschmann
geometry for a silver film with planar interfaces versus the angle of incidence. D = 0.05 um,
€0 = 16, €(w) = —56.9 +10.6. The vertical arrows indicate the predicted positions of the optimal

angle.
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Figure 15. The differential reflection efficiencies of the second harmonic light in the Kretschmann
geometry for a silver film with a randomly rough surface characterized by a Gaussian power
spectrum. The angle of incidence is optimal for exciting the surface polariton. L = 30.0 um, N =
400, 2 = 1.063 um, 6y = 14.61°, ¢ = L/5,8 = 8§ nm, a = 300 nm, D = 50 nm, ¢g = 15,
€(w) = —=56.9 +i0.6, €(2w) = —11.56 +i0.37, N, = 1000. The vertical arrows indicate the
predicted positions of the resonance and backscattering peaks.

excitation of surface polaritons is satisfied, then one of the right-hand peaks in reflection or
transmission occurs at a scattering angle equal to zero.

To verify these qualitative arguments we calculate the contributions to the mean differential
reflection and transmission efficiencies of the second harmonic light when the angle of
incidence is optimal, & = 14.61°. The roughness of the lower, random surface of the metal
film is characterized by the Gaussian power spectrum (2.5) and the roughness parameters
6 = 8 nm, a = 300 nm. We further assume that A = 1.063 um, ¢ = 16, D = 50 nm,
€(w) = —56.9 +1i0.6, eQw) = —11.56 +10.37. For these values of the parameters we
find from equation (3.1) that ¢, (w) = 1.009(w/c) and ¢ (w) = 4.73(w/c), while g, 2w) and
¢2»(2w) do not exist. The results plotted in figures 15 and 16 show distinct peaks in the direction
normal to the mean surface both in reflection and transmission. A well defined peak is present
in the retroreflection direction, but there is no enhanced transmission peak. This is expected,
because for these parameters the enhanced transmission peak should occur in the non-radiative
region. Thus these calculations confirm the existence of peaks in the direction normal to the
mean surface. However, the amplitudes of the peaks can be very small, especially in reflection.

9. Conclusions

In this work we have studied the scattering of p-polarized light from, and its transmission
through, a thin metal film at both the frequency w of the incident light and at the second
harmonic frequency 2w. The illuminated surface of the film was planar, while the back surface
was a one-dimensional, randomly rough surface in contact with vacuum. In the calculations
carried out at the fundamental frequency w, two cases were considered: either the metal film
was deposited on the planar base of a dielectric prism through which the light was incident
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Figure 16. The differential transmission efficiency of the second harmonic light in the Kretschmann
geometry with the same parameters as in figure 15.

(the Kretschmann attenuated total reflection geometry), or it was a free-standing film. In the
calculations carried out at the harmonic frequency 2w only the Kretschmann geometry was
considered.

In the case of the linear scattering and transmission problem we have found that multiple-
scattering effects in reflection are not as well pronounced as in transmission. This is due
mainly to the fact that in order for constructive interference of multiply scattered optical paths
to occur in reflection, each interfering optical path must cross a strongly attenuating film at least
twice, while in transmission it must do so only once. Another reason is that single-scattering
processes (the leaky peaks) contribute a large portion of the reflected intensity. Thus, the
multiple-scattering effects are not well manifested in reflection.

We illustrated the latter argument by comparing the contributions to the mean differential
reflection and transmission coefficients from the incoherent components of the scattered and
transmitted light, for the Kretschmann geometry and for a free-standing film. In both cases
the back interface was a one-dimensional random surface characterized by a Gaussian power
spectrum. The only difference between these two geometries was that in the former case the
medium of incidence was a dielectric prism, while in the latter case it was vacuum. However,
this difference is essential, because the Kretschmann geometry supports a leaky surface mode,
while the free-standing film does not. In transmission, weak, but well defined, satellite peaks
were observed for both geometries, while in reflection they were observed only for the free-
standing film. The enhanced backscattering and transmission peaks were not well pronounced
in both geometries.

To enhance the multiple-scattering effects we utilized the West—O’Donnell power
spectrum to characterize the roughness of the random surface of the film. Strong enhanced
backscattering peaks were observed in the Kretschmann geometry. The intensity of the
enhanced backscattering peak was approximately twice that of the background at its position. If
the non-zero region of the West—O’Donnell power spectrum included the wavenumber of only
one of the surface plasmon polaritons supported by the Kretschmann geometry, no satellite
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peaks were observed. If the wavenumbers of both surface plasmon polaritons fall within
this region, well defined satellite peaks were observed. These results confirm the physical
mechanism for the origin of the satellite peaks as the constructive interference of two multiple-
scattering sequences mediated by two degenerate surface plasmon polaritons with different
wavenumbers.

Our study of the generation of second harmonic light in the Kretschmann geometry
was stimulated by recent experimental studies of this effect, in which a peak in the angular
dependence of the intensity of the transmitted second harmonic light was observed in the
direction normal to the mean scattering surface [21, 23], at the same time that no peak in
this direction was observed in another such study [22]. In our work it was assumed that
the second harmonic radiation is generated in the prism—metal and metal-vacuum interfaces,
where the components of the electromagnetic fields can vary rapidly in the directions normal
to these interfaces. The results presented in section 8.2 indicate that if the angle of incidence
is very small, then four resonance peaks occur in the angular dependence of the intensity
of the second harmonic light, both in reflection and in transmission. These peaks arise from
resonant processes in which surface plasmon polaritons of frequency @ mix nonlinearly with the
incident light. Through the surface roughness the incident light excites two surface plasmon
polaritons of frequency w, which propagate in the forward and backward directions, and
then interact nonlinearly with the incident light to produce four peaks at angles of scattering
and transmission defined by equations (8.3a) and (8.3D), respectively. When the angle of
incidence is optimal for exciting the surface plasmon polaritons, as was the case in the
experimental studies, one of these resonance peaks is in the direction normal to the mean
scattering surface. These peaks are well defined. However, their amplitudes are small. We
also observe a peak in the retroreflection direction, whose amplitude, however, is small.
No enhanced transmission peak is observed, because it should occur in the non-radiative
region. Thus, our results confirm the existence of peaks in the retroreflection and normal
directions.

We emphasize that the work presented here covers only several aspects of multiple-
scattering phenomena in second harmonic generation. The analytical and numerical study
of the second harmonic generation of light in three-layer geometries is far from over. The
analytical theories are limited by the necessary assumption of weak roughness. On the other
hand, the numerical approach needs to be improved to handle the long mean free paths of
surface polaritons that are often the case for weakly rough surfaces.

Finally, we have demonstrated the efficacy of a new numerical approach to the solution of
the integral equations for the source functions arising in a rigorous approach to the scattering
of light from a one-dimensional random surface. Based on the Gauss—Legendre numerical
integration scheme, this approach gives accurate results for large values of € and €(w), and
provides an efficient set of abscissas in coordinate space for a particular scattering problem,
whose number can be significantly smaller than when a set of uniformly spaced abscissas
is used to obtain the same level of accuracy. One of the possible future applications of this
method is to the non-uniform rescaling of a long segment of the scattering surface into a shorter
segment, which can be useful for scattering problems with grazing angles of incidence, or with
the excitation of surface or guided waves with long mean free paths.
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Appendix A. Kernels
The kernels appearing in equations (5.3)—(5.6) are defined by
HPP(xy|x)) = L G (xy, x3|x), x%) (A.la)
P 112 dr Bxg € 15 A3[A1s A3 =D .
x3=D
! 1 w / !
L{?D(x1|x1) = [Ggo>(x1, x3|x1,x3)]x3/=DD+,] (A.1b)
X3:
HPP (a1 lx) = —— [ 2 G (. xal]. ) (A.lc)
¢ VA [axg ¢ T T T L= '
xj=D
! 1 w / !
LPP(xi1x}) = — [G¥ (x1, x31x], X)) ] v=p4n (A.1d)
4 xj=D
HPO (x|x]) = 1 iG<w>(x x3)x!, x5) (A.le)
€ 1127 ax | anN’ € 15 A3[A1s A3 B=D .
x3=¢(x})
1
LP29(xi]x}) = — [GY (x1, x3x], )] x=p (A.1f)
4m H=¢(x})
HOP(xilx)) = = | 2 Gy, 3] x)) (A.1g)
¢ VA Laxg ¢ T T T fe=ean '
xj=D
1
LOP (xi|x}) = o (G (x1, x31x], x3) ] e (A.1h)
xj=D
H%%(x |x’)=i 9 G (xy, x3|x), x%) (A.10)
e T gn Lan e Y cey :
X=¢(x})
1 .
L2 (xilx)) = i (G (x1, x3lx], xé)]n?i(m)ﬁl (A.1))
x3:{(x1)
HOO (x |x’)=i 9 G (x1, x3]x/, x}) (A.1k)
0 MR gn Lan 0 B ey '
X=¢(x))
1 w
LY®(rilx)) = — [G(() )(xl,x3|xi,x§)]X3=;(xl)+n . (A.1])
X=¢(x})

Appendix B. The non-uniform grid method

The systems of equations (5.3)—(5.6) and (7.1)—(7.4) for the source functions at the fundamental
and harmonic frequencies, respectively, are solved by converting them into matrix equations.
This is done in two steps [7]. In the first, the infinite range of integration is replaced by the
finiterange (—L /2, L/2). Inthe second, integration over this interval is replaced by summation
through the use of a numerical quadrature scheme. In this paper we have carried out the second
step in a somewhat non-standard way, which we describe in this appendix and compare with
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the more usual approach [7]. To simplify the presentation, without loss of generality we apply
it to an inhomogeneous Fredholm equation of the second kind

b
H(x) = G(x)) +/ dx| K (x1]x}) H (x]) a <x; <b. (B.1)
The kernel in this equation has one of two forms. It is either

) 1
Ki(xi|xp) = EG(xl,x3IX{,X§)

x3=¢(x])
x3=¢(x1)+1

i Q
= iHé”(ﬁ;[m —x?+ (L (xy) — C(x)) + 17)2]”2) (B.2)

or

1 d
K = G 1, X3y, x;
2(xy|x)) = v |:< ¢'(x 1) 8x§> (x1, x3]x) X3)] X,%=§(X)i)
x3=¢(x1)+n

f_ Q H' (VeLle —x) + () = @) + 1Y)
[Gxp — x])z + (¢ (x1) — ((xl) + 77)2]1/2

x[=(xr = xE"(xp) + (£ (er) = £ (xp) + )], (B.3)

In these expressions € is either €y, € (2), or 1, 7 is a positive infinitesimal, and we are interested
in the limit as n — 0+. We note that both K (x;|x{) and K,(x;|x}) are singular along the
diagonal line x| = x;.

In a common approach to the solution of equation (B.1) [7] the interval (a, b) is divided
into N intervals of equal length, and the integral in it is written as

Xnts LAx

I(x)) = / dx] K (x|x})H (x]) = Z/ dx; K(x|x))H(x])  (B.4)

,,——A,\

where x, = a+ (n — %)Ax and Ax = (b — a)/N. Then, on the assumption that H (x}) is a
slowly varying function of x| in each of the N intervals (x, — %Ax, Xp + %Ax), we evaluate
it at the midpoint of each interval, and remove it from the integral:

N xn+%Ax
e !/ x| K<x1|x1>} H (i)

n=1 ,l—%Ax
N %Ax

- Z i/ du K (x;|x, + u)} H(x,). (B.5)
n=1 —%Ax

In general, the integral over u in this result is evaluated to the lowest non-zeroth order
in Ax. When equation (B.5) is substituted into equation (B.1), and x; is replaced by x,,
(m=1,2,..., N), we obtain the N x N matrix equation

H (i) = Glx) + Z { [

——AA

IAx
duK(xm|x,,+u)}H(xn) m=1,2,...,N (B.6)

for determining the values of H (x) at the points {x,,}.

One of the advantages of the method of solution described is that its implementation
is straightforward. Another advantage is that the singularity of the kernel can be treated
analytically. However, in the evaluation of the singular diagonal elements analytically, care
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must be exercised. To see this consider the evaluation of the diagonal elements for the kernel
K (x|x"). We have that

LAx : %Ax
/2 du Ky (o + 1) = 41_1 f du HY" (anlul) + O((Ax)*) (B.7)
— 1 X

3 Ax —3A

where a,, = /e(/c)[1 + (¢’ (x,,))?]"/?. If we use the result that for small z Hél)(z) =
(2i/m)[In(z/2) + y] +1 + O(z? In z), and rewrite the right-hand side of this equation as

i aema i A wAx )’ (anA
L du BV ) = ~axHD (2225) o [ (2222 g (4222 (B.8)
2a, Jo 4 2e 2 2

we see that to obtain a diagonal matrix element when |,/€| > 1 that is comparable in accuracy
to its value when |,/€| = 1, we either have to keep higher-order terms in Ax on the right-
hand side of equation (B.8), which erodes the simplicity of the implementation of the approach
described, or we have to reduce Ax by a factor of |/€|. If the limits of integration are kept fixed
at x; = +L/2, the latter option means that the number of abscissas {x,,} must be increased
from N to |/€|N. Although the difficulties arising in calculations in which a large value of
|/€| is present can be avoided by the use of an impedance boundary condition [39,40], there
are limitations on the use of such a boundary condition [39,40]. A final drawback of the method
based on a set of uniformly spaced abscissas is its slow rate of convergence as the number
of abscissas N is increased. Similar problems arise in the evaluation of the diagonal matrix
elements of the kernel K (x;|x}). Therefore, it is useful to have a computational method that
is free from these difficulties.

It is known [41] that it is often possible to obtain more accurate results in the numerical
evaluation of an integral by the use of irregularly spaced abscissas, as in Gauss—Legendre
integration, than when the same number of equally spaced abscissas is used. Thus, in what
follows we consider the use of Gauss—Legendre integration for converting equation (B.1) into a
matrix equation. However, this approach easily allows changing of the integration rule without
substantial changes in the algorithm.

A straightforward application of an n-point numerical integration rule to equation (B.1)
results in the matrix equation

N
H, = Gm + Z Kypaw, H, (B9)

n=1

where H, = H(x,),G, = Gxp), Ku, = K(xpn|x,), {x.} are the abscissas of the
integration scheme adopted and {w,,} are the corresponding weights. In the present case
such a straightforward application of the Gauss—Legendre method fails, because the kernel
K (x1]x}) is evaluated at the singular points x,, = x,. To overcome this problem we use the
method of subtraction of singularities [42]. In this method we write the integral term on the
right-hand side of equation (B.1) in the form

b b
/ dx; K (x|x)) H (x]) = / dxj K (xq|x)[H (x}) — H(x1)]+ H(x))R(x1) (B.10)
where

b
R(x) :/ dx| K (x1]x)). (B.11)
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We first consider the evaluation of R(x;), which we rewrite as

xi—8/2 b x1+48/2
R(x)) = / dx] K (x1]x]) +/ dx; K (x1]x7) +/ dx| K (x1]x)). (B.12)
a x1+8/2 x1—8/2
The contribution to R(x;) from the first two terms on the right-hand side of this equation can
be calculated numerically by applying the standard Gauss—Legendre rule in the open intervals
(a, x1 — 8/2) and (x; + 8/2, b). For these calculations we use § = 107°L. The last term on
the right-hand side of this equation requires an analytic evaluation for each of the two types of
kernels appearing in the integral equations for the source functions, K (x|x}) and K»(x]x}).
In the former case we have

X1+8/2 8/2
/ dx| Ky (x)]x}) = }11/ du HS" (alu]) + O(8%)
x1—8/2 —8/2

)

= LisH" (‘2’—> +0(8°Iné). (B.13)
e

Consequently, we can neglect this contribution for the small value of § we have assumed. Thus,

we obtain the result that

b b
f dx] Ki(x]x}) = P/ dx| Ky (x]x)) (B.14)
a a

where P denotes the Cauchy principal value, and the integral is evaluated numerically in the
manner indicated above. For the second type of kernel we find that

x1+8/2 1 8/2 + Lo el
f dx} K»(xi]xy) = lim —/ d n+5¢"(x1)

u
\—8/2 =0+ 21 J_sp (@ (x1) — 0" (x1)u? — 208" (x))u + n?
+0(8° In 8)
1 8/2n 1 1 " §/2
= lim —/ du — +—§2(x1) du +0(831n 8)
=0+ 27 J_ 50 @*(x1) — 20" (xDu+ 1 4w @2 (x1) Josp2
l 4
_ L E0) o e, (B.15)
2 4m*(x)
Thus, we have the result that
b b
/ dxj Kz (x1]x)) = % + P/ dx] Kz(x1]x7)). (B.16)

We next turn to the evaluation of the first term on the right-hand side of equation (B.10).
We assume that H (x;) is continuous and has a continuous derivative for x; in the interval
(a, b). We then write this term as

b
/ dx| K (x1|x))[H (x]) — H(x1)]

x1—8/2 x1+8/2 b
|:/ +/ +/ i|dx{K(xﬂx{)[H(x{)—H(xl)]
a x1—8/2 xX1+6/2

b
P / dv| K (1 |x)IH () — Ha))

x1+8/2
+/ dx| K (xp|x))[H (x]) — H(x1)]. B.17)
x1—8/2



Second harmonic generation of light in the Kretschmann attenuated total reflection geometry 227

Under our assumptions the product K (x{|x))[H (x]) — H(x;)] has a weaker singularity at
x{ = x; than does K (x;|x}) itself. Thus we have that

x1+8/2
J(x1) =f dx| K (xi|x)[H (x}) — (H(x1)]
x1—8/2

8/2
:/ du K (xylxy + u)[uH'(x1) + 3 H (x1) + - - . (B.18)
—5/2

For the first type of kernel we find that

5/2 8/2
Jic) = H (xl)/ du uK(xq|x) +u)+ 5 H”(xl)/ du u®K (x1|x1 + u)

=—H(n>v79592592 zumﬁH#(v€9¢@ow0
c  2¢(x1) iy ¢

1 i [ m( ~Q
+—H”(x1)—/ duu?Hy' [ Ve=¢(x)|ul | +
2 4 —58/2 C

= 0(5*Iné). (B.19)
For the second type of kernel we find that

5/2 3/2
bH(x) = H’(xl)/ duuK(xi|x) +u) + %H”(xl)/ duu®Ko(xi|x) +u) +- - -
—5/2 —8/2

= lim
n—0+ 2

Hmmﬁmw u
—spp PP(e)u? =28 (xpu + 1
¢"(x)H' (xy) [
4 p?(x1) —5/2
Thus J>(x1) = O(8%) because the first integral vanishes as n — 0%, and the second term is

exactly zero. As a result, we can set J; »(x;) equal to zero for the small value of § we have
assumed, and we obtain

duu +0(8>). (B.20)

b b
/ dx; K (x|x)[H (x}) — H(x))] = Pf dx} K (x1|x)[H (x)) — H(xp)]. (B.21)

When we put together the preceding results we find that the matrix equation equivalent to
equation (B.1) is

N
Hy=Gn+y {K}n‘gwn Z K(l)wg]am,,} ; (B.22)
n=1

in the case that the kernel is K (x; |x{), where H,, = H (x,), Gy = G(x,), K,(nllz = K1 (xp|xn),
with K1) =0, and

X —38/2 b
R, = / dx| Ky (xp|x}) +/ dx| Ky (xp|x)). (B.23)
a Xm+6/2

In the case that the kernel is K»(x|x}) we obtain the matrix equation

N
H, =2G,, +2 Z { K2w, + Z K,ngwe]ﬁm,.] f (B.24)
n=1
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Figure B1. The density of points on the surface. The total number of sampling points N = 800.
The surface is divided into 40 equally spaced intervals. The curve with the circles represents the
density of points for grid 1. The curves with the squares represent the density of points for grid 2.

(This figure is in colour only in the electronic version, see www.iop.org)

where K2 = K (x,|x,), with K2 = 0, and H,, G, and R,, are defined as in the case
of the kernel K (x1|x}). The difference between equations (B.22) and (B.24) arises from the
presence of the first term on the right-hand side of equation (B.16).

With the original integral equation (B.1) transformed into an equivalent matrix equation,
we turn to the question of the optimal choice of the abscissas to be used in defining the
elements H,,, G,,, R, and K,,,. We require that they be highly dense in the vicinity of the
central point x; = 0. This is a necessary condition because the incident beam has a Gaussian
form. Hence the surface is most strongly illuminated in the centre. In figure B1 we plot
the density of abscissas for the Gauss—Legendre rule for the interval —0.5 < x; < 0.5 (the
curve with circles). We use the rescaled interval —0.5 < x; < 0.5 instead of the usual
interval —1 < x; < 1 because it is convenient to have the total length of the surface equal
unity in dimensionless units. In obtaining this figure we have assumed that the total number
of abscissas is N = 800, and have divided the surface into 40 equally spaced intervals
(grid 1). The density of abscissas is therefore the number of abscissas in a given one of
these intervals. We can see that this set of abscissas has a high density at the edges (80
points per interval), but the most important region, in the centre, is not covered effectively
(13 points per interval). To increase the number of abscissas in the centre of the surface we
rescale the Gauss—Legendre rule into the interval —0.5 < x; < 0, using N /2 = 400 abscissas
(grid 2). Then in the interval 0 < x; < 0.5 we use the same set of abscissas reflected about
the origin of coordinates. In figure B1 we plot the density of the abscissas obtained in this
way (the curve with squares). The central region now has the same density of abscissas as the
edges do (57 points per interval). After the abscissas {x,,} have been determined as the zeros
of Pys2(x1) in the rescaled interval —0.5 < x; < 0 and then, by reflection, in the interval
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0 < x; < 0.5, the corresponding weights {w, } are obtained by the use of standard recursive
algorithms [37].

It is now necessary to generate the surface profile function ¢(x;) at the values of the
abscissas that were generated in the manner just described. We do this by using a numerical
technique [7] that generates ¢ (x;) and its derivatives at a set of N equally spaced points within
the finite interval of integration (—L /2, L/2). We assume that N is at least twice as large as N.
Then by interpolation we obtain ¢ (x;) and its derivatives ¢’(x;) and £”(x1) at any intermediate
point between those at which they are generated. The matrix elements for each of the kernels
given by equations (A.1) can now be evaluated readily.

To check the accuracy of the non-uniform grid method relative to that of the uniform
grid method, we apply both methods to a problem for which an analytic solution is known,
namely the reflectivity (R) and transmissivity (7") of a metal film with planar surfaces in the
Kretschmann geometry. We define R and T as the ratios of the total time-averaged scattered
and transmitted fluxes to the total time-averaged incident flux. Assuming the incident field to
be a plane wave, we have the results that

K= ||2(<];<)>||22 = % ||;(f13>||22 (329
where
r(k) = [e(w)a,(k)a (k) — e (w)a(k)ag (k)] cos[er (k) D]

+i[eoa? (k) — €*(w)er, (k) (k)] sin[a (k) D] (B.26)
1(k) = 2¢(w)a, (k)a (k) (B.27)
A(k) = [e(w)a, (k)a(k) + €ge (w)a (k)ag (k)] cos[a (k) D]

—i[ega® (k) + €% (w)a, (k)atg (k)] sin[a (k) D] (B.28)
and
a, (k) = [eg(w/c)? — k12 Rea,(k) > 0 Ima,(k) >0 (B.29a)
a(k) = [e(w)(w/c)? — k"2 Rea(k) > 0 Ima(k) > 0 (B.29b)
ag(k) = [(w/c)* — k*]V/? Reay(k) > 0 Im ay(k) > 0. (B.29¢)

The wavenumber k here is related to the angle of incidence 6 in the prism by k = ,/€g(w/c)
sinfy. If we assume for the experimental parameters the values A = 612.7, D = 48 nm,
€ = 9, ¢(w) = —17.2+10.498 and L = 12.6 um, it follows from equation (B.25) that
at normal incidence (k = 0) R = 0.941 and T = 0.00283. The results based on the
uniform and non-uniform grid methods with N = 500 are R = 0.899, T = 0.00200
and R = 9.939, T = 0.002 85, respectively, when a plane wave is used for the incident
field. The results obtained by the non-uniform grid method are much closer to their analytical
counterparts.

We have tested the non-uniform grid method for different parameters, and have found that
in many cases it gives more accurate results than the uniform grid method does. In particular,
the solution is robust in the range of large values of ¢y and € (w), where the utility of uniform
grid methods can be limited.
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Abstract

We study the possibility of the strong localization of surface plasmon polaritons propagating along a metal surface
a finite part of which is randomly rough. The surface roughness is such that the roughness-induced conversion of
a surface plasmon polariton propagating on it into volume electromagnetic waves in the vacuum above the surface is
suppressed. © 2001 Elsevier Science B.V. All rights reserved.

Keywords: Localization; Surface plasmons; Polaritons; Random surfaces

1. Introduction

Since the prediction of localization of electrons in
a disordered random system [1], there has been
a great interest in localization phenomenon in the
physics community. Although this phenomenon
was predicted for “quantum” waves, it is not re-
stricted to these kinds of waves, and should in
particular also apply to classical waves in random
media. For example, the experimental observation
of the localization of light was reported recently in
a bulk disordered semiconductor [2,3]. In the pres-
ent work we discuss the Anderson localization of
another type of classical wave by disorder of a dif-
ferent nature, namely the localization of surface
plasmon polaritons on a randomly rough metal

* Corresponding author.
E-mail address: aamaradu@uci.edu (A.A. Maradudin).

surface in contact with vacuum. This effect has been
believed to be difficult to observe due to its being
masked by competing effects such as roughness-
induced conversion of the surface plasmon polar-
iton into volume waves in the vacuum above the
surface (leakage), and ohmic losses due to the non-
vanishing imaginary part of the dielectric function
of the metal [4-6]. In this work we show how to
circumvent this problem by using a specially de-
signed randomly rough surface that suppresses
leakage.

The Anderson localization length of a surface
plasmon polariton of frequency o propagating
along a one-dimensional randomly rough surface
of a metal in contact with vacuum can be deter-
mined by calculating the amplitude t(w, L) of the
surface plasmon polariton transmitted through
a finite length L of the random surface. The surface
plasmon polariton transmission coefficient is then
given by T(w, L) = |t(w, L)|>. For large L the aver-
age of the self-averaging quantity In T(w, L) over

0921-4526/01/$ - see front matter © 2001 Elsevier Science B.V. All rights reserved.

PII: S0921-4526(00)00784-5
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the ensemble of realizations of the random surface,
{In T(w, L), is expected to display a linear depend-
ence on L,

{n T(w, L)) = const. — L//¢(w), (1.1)

where the characteristic length /;(w) is called the
Lyapunov exponent. It is not the localization
length of the surface plasmon polariton /(w), but
can instead be related to the latter by

(1) = {7 H0) + £ 1(0) + (o), (1.2)

where /,(w) and /,,4(w) are, respectively, the char-
acteristic decay lengths associated with the leakage
and ohmic losses [7].

In the present paper we analyze analytically and
numerically the propagation of surface plasmon
polaritons along a metal surface a finite part of
which is randomly rough. This random roughness
is chosen to constitute a random process that sup-
presses leakage, i.e. the roughness-induced conver-
sion of a surface plasmon polariton propagating on
it into volume electromagnetic waves in the vac-
uum above the surface. The use of a random surface
that suppresses leakage facilitates the investigation
of the strong localization of surface plasmon polar-
itons by random surface roughness by removing
the contribution /,,4(w) from the expression for
/1 '(0) (Eq. (1.2)).

In the approach to the suppression of leakage
taken by Sornette and his colleagues [4,5], it was
assumed that the random surface was not planar on
average, but periodic, so that the dispersion curve
of the surface plasmon polaritons supported by the
mean surface displays a gap at the boundary of
the one-dimensional first Brillouin zone defined by
the period of the mean surface. Leakage should
then either vanish or decrease significantly for the
surface plasmon frequency at the band edge. How-
ever, this was not observed in the numerical simula-
tion calculations of leakage carried out in Refs.
[6,8].

In this work we first present an approach to
designing a one-dimensional random surface that
suppresses the leakage of a surface plasmon polar-
iton as it propagates across it that differs from that
proposed by Sornette et al. [4,5]. Although the
power spectrum of the resulting surface is nonzero

in a narrow range of wave numbers, that surface is
not periodic on average. However, as with the sur-
face proposed by Sornette et al. our surface is
specific to the frequency of the surface plasmon
polariton propagating across it: if that frequency is
changed, a new surface has to be designed.

For a weakly rough random surface of this na-
ture we analyze the possibility of the localization of
surface plasmon polaritons by an analytic ap-
proach. In the case of a strongly rough surface we
solve the problem of surface polariton propagation
numerically.

2. The transmitted field

We study the scattering of a p-polarized surface
plasmon polariton of frequency w propagating in
the x;-direction that is incident on a segment of
a one-dimensional randomly rough surface defined
by the equation x3 = {(x;). The surface profile
function {(x;) is assumed to be a single-valued
function of x; that is nonzero only in the interval
— L/)2 <x; <L/2 (Fig. 1).

The region x3 > {(x;) is vacuum and the region
x3 < {(x) is a metal characterized by an isotropic,
frequency-dependent, complex dielectric function
&) = &1 (w) + ie5(w). We are interested in the fre-
quency range in which & (w) < — 1, &(w) >0,
within which surface plasmon polaritons exist.
We write the surface profile function {(x;) in the
form

{0x1) = T'(xq)s(xy), 2.1)

where s(x;) is a single-valued function of x; that
is differentiable and constitutes a stationary,

X3
X3 = Q(Xl)

—= Ml ﬂﬂ% X,
IL /[

Fig. 1. The scattering system considered in the study of Ander-
son localization of surface plasmon polaritons on a random
surface.
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zero-mean, Gaussian random process defined by

{s(x1)> =0, (2.2a)
(s(x1)s(x' 1)y = 6> W(lxy — xi), (2.2b)
(s*H(x1)) = 6% (2.2¢)

The angle brackets in Eqgs. (2.2) denote an average
over the ensemble of realizations of s(x;), 0 is
the rms height of the roughness, and W(|x; — x}|)
is the surface height autocorrelation function.
The form of the power spectrum of the surface
roughness, which is defined by

(19 = J dx; e W (x4 ), (2.3)

— o0

appropriate for our purposes will be specified be-
low. The function I'(x;) serves to restrict the non-
zero values of {(x;) to the interval — L/2 < x; <
L/2. One form I'(x;) can have is

I'(xy) = 0(% + x1>0<% — x1>, (2.4a)

where O(x;) is the Heaviside unit step function.
A smoother, differentiable version of I'(x;) is pro-
vided by

_ 1 + cosh(1/2)kL
~ coshkx; + cosh(1/2)xL’

I'(xy) (2.4b)

where the parameter x controls the range of
x; values over which I'(x; ) decreases from 1 to 0. In
view of the factor I'(x;) in Eq. (2.1), the surface
profile function {(x;) is not a stationary random
process even though s(x;) is.

We assume that the surface roughness is suffi-
ciently weak that the surface profile function {(x;)
satisfies the conditions for the validity of the
Rayleigh hypothesis [9]. In this case the single
nonzero component of the magnetic field in the
vacuum region xz > {(X)max can be written as the
sum of the fields of the incident and scattered waves

H3 (xq,x3|w) = exp[ikx; — Bo(k, w)x3]

“d
+ J_ 2—:€R>(‘L w)expligx; — folg, w)x3], (2.5a)

while in the region of the metal, x5 < {(X{)min»

H5 (x1,x3]w) = exp[ikx; + f(k, w)x3]

+ f ‘2—21{<(61,w)exp[1qx1 + f(g, w)x3]. (2.5b)

In Eqgs. (2.5) k is the wave number of the incident
surface plasmon polariton,

_of Ho) M .
k= c|:8(cu) n 1} = ki () + ik; (), (2.6)

while the functions R”(g,w) and R~(q,w) are the
scattering amplitudes of the surface plasmon polar-
iton in the vacuum and in the metal, respectively,
and

602

1/2
Bolg, w) = <q2 — ?> , Repo(g,w) >0,

Im fo(q, ) <0, (2.7a)

2

AR
Blg, w) = <q2 — 8(@7) Re (g, w) > 0,

Im f(g, ») < 0. (2.7b)

The scattering amplitude R (g, w) satisfies the
reduced Rayleigh equation [10]

R7(p,w) = Go(p){v(Plk)J(ﬁ(p, @) = Po(k, w)lp — k)

+ J : %v(plq)J(ﬁ(p, ) —Bolg, w)lp — 9)R” (g, w)},

_w2W
(2.8)
where
J610) = f " dy e ea;_l (29)
and
1 — &(w)
v(plg) = o) [rg — B(p, w)Bo(g, )], (2.10)
while
Go(p) o) @.11)

~ d@)Bo(p, ) + B(p,»)
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is the Green’s function of surface plasmon polar-
itons associated with the planar surface. We note
that Gy (p) has simple poles at p = =+ k.

If we introduce the transition matrix T(p|k) by
the relation

R7(p,w) = Go(p)T(plk), (2.12)

then Eq. (2.8) takes the form

o]

d
*261 V(pl9)Go(q)T(qlk), (2.13)
2T

T(plk) = V(plk) + J

where the scattering potential V(p|q) is given by

V(plg) = v(plg)J(B(p, ) — Bo(g, ®)lp — q). (2.14)

From Eqgs. (2.5a) and (2.12) we see that the scat-
tered field in the vacuum region can be written in
the form

— Go(g)T(glk)e! ~Pol@s,

H2>(x19x3|w)sc = f o

(2.15)

The field of the scattered surface plasmon polariton
in the region x; > L/2 is given by the contribution
from the pole in the integrand of the integral in Eq.
(2.15), and has the form

H3 (xy > L/2,x;3]0) = iCT(klk)e™1e™Poter,

(2.16)
where
O A ) (2.17)
e(w) — 1

is the residue of the Green’s function Ggy(q) at
q = =+ k. The amplitude of the transmitted surface
polariton is therefore

t(w,L) = 1 +iCT(klk). (2.18)

The surface plasmon polariton transmission coef-
ficient T(w, L) is then defined by

Pu(L)2) ) L
= P —Ljp) b e"p< - /s<w>>’

(2.19)

T(w,L)

where

1
a 2k;(w)

() (2.20)

is the propagation length of the surface plasmon

polaritons due to the ohmic losses in the metal, and

gives the fraction of the flux entering the random

segment of the metal surface at x; = — L/2,

P;,..( — L/2), that leaves it at x; = L/2, P (L/2).
From Eq. (2.19) we find that

n T(w, L)y = {In|t(w, L)*Y — . (2.21)
Zo(w)
We can rewrite Eq. (2.21) in the form
{nT(w,L)y =2ReIn[t(w,L)]) — (2.22)

£ ()

Therefore, in view of Egs. (1.1) and (1.2), and in the
absence of leakage, we expect that

2Re(In [t(w, L)]) = const. — i (2.23)
/()

3. The random surface

Before proceeding, several remarks on the prop-
erties of the rough surface have to be made. From
Eq. (2.5a) it follows that the total power scattered
into the vacuum above the surface is

R><wsin 0y, w>
c

where L, the length of the surface along the x,-
axis. The scattering angle 0,, measured clockwise
from the x;-axis, is related to the wavenumber g by
q = (w/c)sin 6. Since the integrand in Eq. (3.1) is
non-negative, we see that the only way in which
leakage can be suppressed, i.e. the only way in
which P, can be made to vanish, is to design a one-
dimensional random surface for which the ampli-
tude R” (g, w) is identically zero for — (w/c) < q <
(w/c). Several ways to design surfaces that give rise

2

>

) /2 5
P, =L,— df cos” 0,
sc 216nzj\n/2 s S s

(3.1)
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to specified angular distributions of the scattered
intensity have been proposed recently [11,12]. To
suppress the leakage we will use a surface charac-
terized by the power spectrum [13]

g(1Ql) = ﬁ[H(Q — Kmin)0(kmax — Q)

+ 0(— Q — kmin)0(kmax + )], (3.2)
where
kmin = 2k () — Ak, (3.3a)
Kimax = 2k1() + Ak, (3.3b)

and Ak must satisfy the inequality
Ak < ki(w) — (w/c). (3.4b)

That a surface characterized by the power spec-
trum (3.2) suppresses leakage can be seen from the
following argument: The incident surface plasmon
polariton has a wave number whose real part is
ki(w). After its first interaction with the surface
roughness it will be scattered into waves the real
parts of whose wave numbers lie in the two inter-
vals 3k (w) — Ak, 3k, (w) + Ak) and ( — k,(w) — Ak,
— k{(w) + Ak). This is because the wave numbers
in the spectrum of the surface roughness with
which k;(w) can combine lie in the intervals
(2ky(w) — Ak, 2k (w) + Ak) and ( — 2k;(w) — Ak,
— 2k;(w) + Ak). For the same reason, after the
scattered waves interact again with the surface
roughness the real parts of the wave numbers
of the doubly scattered waves will lie in the
three intervals  (5ki(w) — 2Ak, Sky(®) + 2Ak),
(ki (w) — 2Ak, ky(w) + 2Ak), and ( — 3k, (w) — 2Ak,
— 3k (w) + 2Ak). After the third interaction with
the surface roughness the real parts of the
wave number of the scattered waves will lie in the
four intervals  (7ky(w) — 3Ak,7k;(w) + 3Ak),
(Bki(w) — 3Ak,3k, () + 3Ak), (— ky(w) — 3Ak,
— ki (w) + 3Ak), and (— Ski(w) — 3AKk,
— Ski(w) + 3Ak), and so on. Thus, for example,
if — kq(w) + 3Ak < — (w/c), so that Ak < 3(k;(w) —
(w/c)), after triple scattering the surface plasmon
polaritons will not be converted into volume elec-
tromagnetic waves. In general, if we wish the sur-
face plasmon polariton to scatter n times from the

surface roughness without being converted into
volume electromagnetic waves, we must require
that Ak < (1/n)(k{(w) — (w/c)). It is clear that the
strongest scattering processes are those whose final
states are backward or forward propagating sur-
face plasmon polaritons, since they result in
propagating excitations while all others final states
are strongly decaying electromagnetic waves.

A randomly rough surface with a power spec-
trum of the form of two Gaussian peaks centered at
q = =+ 2kq{(w) has been assumed in Ref. [14] in
a search for the localization-induced enhancement
of the surface plasmon polariton field. However,
such a power spectrum is nonzero in the range
|9l < (w/c) and, therefore, such a surface does not
suppress leakage.

4. Analytical arguments

Let us consider Eq. (2.13) for the transition
matrix T(g|k). In deriving this equation we have
assumed that the conditions for the validity of
Rayleigh hypothesis are satisfied. The scattering
potential V(g|p), given by Eq. (2.14), does not have
any poles in the complex plane of the variables g
and p, and the inequality (e/®-®) = folbeDitx) _ 1) «
1 is satisfied. In view of the power spectrum of the
surface roughness assumed, the main contribution
to the integral term in Eq. (2.13) comes from the
poles of the Green’s function Gy(p). In the pole
approximation for the Green’s function [15] we
can rewrite Eq. (2.13) as

T(qlk) = V(qlk) + 1CV(qlk) T(k[k)
+iCV(q| — k)T( — klk), (4.1a)

T(klk) = iCV (k| — k)T( — k|k), (4.1b)

T(— klk) = V(— klk) +iCV( — k|k)T(klk).  (4.1c)

From Eqgs. (4.1) we obtain

_ Vlalk) +iCV(gl — k)V(— klk)

Tk = =2y — V(- kIR (422)
and
Tkl — SV =BV Kk 42b)

1+ C2V(k| — k)V(— klk)
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Therefore, from Eq. (2.18) we find that the ampli-
tude of the transmitted field is given by

1
1+ CV(k| — kyV(— klk)

tw,L) = (4.3)
Using Eq. (4.3) we can calculate the desired
quantity {In T(w, L),

(n T(w,L)> = 2ReInt(w, L))

= —2RedIn[1 + C2V(k| — k)V( — KlK)]>. (4.4)

In order to calculate the average in the second
line of Eq. (4.4) we shall use the Taylor expansion of
the logarithm

dn[1 + CZV(k| — R)V(— Kk)]>

n_

i ————CP[V(kl = k)V( — klk)]">, (4.5)

and calculate the moments {[V(k| — k)V( —
From Eq. (2.14) it follows that
VKl = K)V (= klk)]")> = [w(k] — k)u( — klk)]"

x (S (Blk, @) = Po(k, w)|2k)J"(B(k, )

— Polk, )| — 2k)>. (4.6)

To calculate these moments we use their repres-
entation in terms of cumulant averages [16,17]. In
doing so we will use the fact that due to the non-
stationarity of the surface the cumulant average of

J(y|Q) is given by

klk)1">.

L1 .
JOIQY. = LsinC[Q 2]/@' 71, (4.7)

the cumulant average of the product J(y|Q1)J(7|Q-)
is given by

ORI =j(Q1,02)

) (Ql_r)L
:ijzns [ ) }

X sinc[ng(r), 48)

1 252 © B 2,2
i) = e’ 5J due e WD _ 1] (4.9)

and so on. As a result, the cumulants of any odd
numbers of J functions from Eq. (4.6) are found to
be proportional to at least one factor sinc(ky L),
which is small when k; L > 1. Only the cumulant
averages of products of even numbers of J func-
tions, which contain equal numbers of J(y|2k) and
J(y| — 2k), do not contain this small factor.

When the length of the rough part of the surface
is not very large, so that L&* < |e(w)|4°, where
A = (2nc/w), the main contribution to the average
of the product of J functions comes from the prod-
ucts of pair cumulant averages, so that the mo-
ments are found to be given by

{T"(Blksw) — Bo(k,w)2k)"(B(k,w) — Bo(k,w)l — 2k)>
~ nl[{J(Pk,w) — Bolk,w)2k)
x J(B(k,w) — Bo(k,w)l — 2k)).]"
= nlj"(2k, — 2k). (4.10)

With the use of Eq. (4.10) we can rewrite the infinite
series in Eq. (4.5) as

An[1 + C*V(k| — k)V( — klk)]>
2u(k| — kyvu( — k|k) i (— nlc™
x [v(k| — k)v( —
= C*v(k| — kyo( —

klk)i2k, — 2k)]"
kik)i(2k, — 2k)

o0 e u
X L e 2okl — ol — KRk, — 2k
@.11)

In the limit of a weakly rough surface, 6 < 1. /|e(w)|,
the function ¢(r) can be approximated by
9(2k) = 6%g(|r]), so that j(2k, — 2k) takes the form

J@2k, = 2k) = Lzézj o )

x sinc2|:(2k — r)%}

When the length of the rough part of the surface is
small, so that the conditions LAk < 1 and k,L < 1
are satisfied, the function j(2k, —2k) becomes
j(2k, — 2k) = L?6%/2. Since in this case

C2u(k| — ky( — kIk)j(2k, — 2k) < 1,

(4.12)

(4.13)
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the integral in Eq. (4.11) can be replaced by unity,
and therefore, we obtain

dn T(w, L)Y ~ — Re[C2L25%u(k| — k)u( — KIK)].
(4.14)

To illustrate these results we assume that
surface polaritons of frequency w corresponding
to a wavelength 4 = (2nc/w) = 457.9 nm propagate
along the silver surface, whose dielectric function at
this wavelength is &(w) = — 7.5 +10.24. Let the
surface roughness be characterized by the para-
meters Ak = 0.3(k{(w) — (w/c)) oc 0.15w/(c|e(w)|)
and the rms height 6 = 3 nm. For these parameters
the two main characteristic lengths of the problem
are /oy = 1/(Ak) =44 and /7, = 1/2k,(w) = 30.14.
Therefore, to satisfy the condition LAk <1 the
length of the surface should be of the order of a few
wavelengths. Then, since L </ = 5.3, where
£ oie() = {Re[C*v(k| — k)o( — k|k)]} ~ /2, the condi-
tion at which Eq. (4.14) have been obtained is
satisfied, and the average logarithm of the transmis-
sion coefficient of surface plasmon polaritons has
the form {In T(L))» = const. — (L//())*.

However, when studying the localization of
classical waves we are interested in the limit
L — oo. Therefore, in this limit LAk > 1, and the
function j(2k| — 2k) has the form

2n
i(2k| — 2k) = L==62. 4.15
2K =20 = L2 (4.15)
If, in addition, the condition (4.13) is satisfied, we
obtain the expression for the averaged logarithm of
the transmission coefficient in the form

dnT(w, L)y ~ — Re[CzLiTliézv(kl — kyo( — klk)],

(4.16)
ie.
L
nTio,L)) ~ =0 (4.17)
where

2
(Nw) = Re[CzA—zézv(kl — k(- k|k)] (4.18)

and coincides with the scattering length
(@) = 24, (o), (4.19)

where A, (w) is the roughness-induced decay rate of
surface plasmon polaritons. Indeed, let us intro-
duce the exact Green’s function G(g|p) in accord-
ance with Ref. [18] by the relation

0

d
Go(p)T(plk) = f TzG(pIQ)V(qu)- (4.20)

— 00

In the limit LAk > 1 the stationarity of the surface
is almost restored and the average Green’s function
G(q), which is then defined by <{G(g|p)) = G(g)2nd
(¢ — p), has the form

1
 Go ) — M(g)
where M(q) is the averaged self-energy defined by

{M(qlp)> = M(q)2nd(q — p). The self-energy M(qlp)
satisfies the equation [18]

G(q) (4.21)

o0

d
M(qlk) = V(glk) + j 2—7I;V(QIP)Go(p)[M(plk)

— o0

— {M(plk)>]. (4.22)

In the pole approximation the averaged self-energy
can be obtained in the same manner in which we
calculated the transition matrix T(g|k). The result is

M (k[k)) =

GCV(k| — k)V(—klk)/[1 + C*V(k| — k)V(—klk)]>
[ +iCV(k| —k)1/[1 + C*V(k| —k)V(—kk)]>

(4.23)

In the limit in which Eq. (4.16) was obtained the
averaged self-energy is given by

(M(KIK)Y ~ iCu(k| — k)o( — klk)j2K| — 2k).  (4.24)

Therefore, A,.(w) =Im CM(k), and is indeed the
roughness-induced decay rate of surface plasmon
polaritons.

For example, for the case where the rms height of
the surface roughness is 6 = 3 nm while the length
of the rough part of the surface is small L < 20/, the
length /() turns out to be / ~ 84, and is smaller
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than the propagation length of surface plasmon
polaritons associated with the ohmic losses. How-
ever, the exponential decay of the transmission
coefficient of surface plasmon polaritons does not
necessarily imply that they are localized. For such
a weakly rough surface, although the scattering by
surface roughness leads to a strong damping of the
surface waves, nevertheless they remain propa-
gating electromagnetic waves, since k,(w) +
Agp(w) < ky(w). And if the rough surface is not very
long, the surface polaritons can escape the rough
part of the surface.

The situation is different when the surface is
moderately rough, or the length of the rough part
of the surface increases, so that 6°L > |e(w)|A>. In
this limit the main contribution to the average of
the product of nJ functions comes not from the
products of pair cumulants but from the cumulant
average of largest order that is

I (Bk,w) = Bol(k,w)2k)J(B(k,w) — Bo(k.w)l — 2k))
~ (J"(Blk,w) — Bo(k,w)|2k)J"(B(k,w)

— Bolk,w)l — 2k)y. = Lng>"~*(2k), (4.25)

where §(q) is given by Eq. (4.9). In this case we

can sum the infinite series in Eq. (4.5) with the
result

An[1 +C*V(k| —k)V(—klk)]> = L i (—1c*t?
n=0

x LLv(k| — kjo( — klk)]""g*" " 1(2k)

_L C*v(k| — kyo( — k|k)g(2k)

- T+ CPok| — kyo( — K|k)gA(2k) (4.26)

The average of the logarithm of the transmission
coefficient in this case takes the form

{InT(w,L)y) = —2LRe

o C?v(k| — kyvo( — k|k)g(2k)
1 + C*u(k| — k)o( — k|k)g*(2k) |

(4.27)

Therefore, we obtained the linear dependence

L
InT(w,L)) ~ — Tw)’ (4.28)
where

—1 C?u(k| — k)o( — Klk)§(2k)
£@)= 2Re{1 + C7ulk| — kyo( — k|k)gz(2k)}'

(4.29)

For a rough surface with an rms height 6 = 10 nm,
we find that C?v(k| — k)o( — k|k)g*(2k) > 1. There-
fore, instead of Eq. (4.27) we can write

1
{nT(w,L)y ~ — 2L Re[m} (4.30)
so that
“1 1
" Hw) = 2Re|:g(2k)} (4.31)

Thus, in this case the localization length is
/(w) = 0.14. In this case, the surface polariton field
is overdamped and the waves cease to propagate.
As in the case of a weakly rough surface the length
/(w) coincides with the roughness induced decay
length of surface plasmon polaritons, /(w)=
1/(24,.()), where A,.(w) = Im CM(k), since in this
limit the average self energy, Eq. (4.23) is

i

MK = = o

(4.32)

Several remarks have to be made concerning the
pole approximation we have used here. When using
the pole approximation and, thus, reducing the
integral equations (2.13) to a system of algebraic
equation, we lose the contributions from the non-
singular part of the integrand. This might be signifi-
cant if the transition matrix T(glk) has strong
peaks. However, the heights of the peaks can be
expected to be of the order of 1/4,.(w) and 1/Ak.
Since 4. (w) > k,(w) and Ak > k,(w), the contribu-
tions of these possible peaks to the integral part of
Eq. (2.13) are much smaller than the contribution
from the poles of the Green’s function Gy(g) and
can be neglected.
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In the analytical approach described above we
assumed that the surface is weakly rough, so that

0/ &(w) < A. In the case when the surface roughness

is quite strong, so that d./&(w) = 4, but the condi-
tions for the validity of the Rayleigh hypothesis are,
nevertheless, satisfied, to study the localization of
surface plasmon polaritons we solved Eq. (2.13)
numerically.

5. Numerical solution

In order to solve the equation for the transition
matrix care has to be taken. We recall that our
ultimate goal is calculate the transmission ampli-
tude t(w, L) defined in Eq. (2.18), i.e. essentially to
obtain T(w,L) from a numerical solution of the
inhomogeneous Fredholm integral equation of the
second kind satisfied by the transition matrix. In
doing so one is facing at least two major challenges:
(i) How to calculate the transition matrix T'(p|k) at
the wave number of the surface plasmon polariton
p = k, which is complex due to the non-vanishing
imaginary part of the dielectric function of the
metal, and (ii) how to handle the poles of Gy(q) at
q = =+ k. The numerical technique used to calcu-
late T'(k|k) numerically is a two step process. It is
started by observing that for a real (absorbing)
metal there will be no poles located directly on the
real axis. Therefore, at least in principle, one can
calculate T(plk) for all real arguments p. Since the
kernel is well defined for all real ¢’s, this is done by
converting the integral equation into a set of linear
equation that can be solved by standard techniques
[19]. For step 2 we notice that the integral equation
(2.13) is valid for all momenta p and ¢, both real and
complex. Thus, one can calculate the desired
transition matrix at p = k by integrating along the
real g-axis because here T(qlk) is already known
from the preceding step, i.e. one calculates

*d
T(k|k) =J TZ V(kla)Go(q) T (qlk)- (5.1)
Note that the scattering potential vanishes at
q =k, V(glk) =0, since f(k,w)o(k,w) = k.
Although the poles are not located on the real
axis, they are still rather close to it. Therefore, in the

vicinity of ¢ = + k;, where the poles are closest to
the real axis, the integrand in Eq. (5.1) changes
rapidly. Furthermore, T(glk) might have weaker
peaks, due to multiply scattered surface plasmon
polaritons, located at ¢g= +(2n+ 1)k;(®)
n=1,2, 3.... It is therefore beneficial not to use
a uniform discretization grid, so that a higher den-
sity of points can be used around these wave num-
bers. This was done by first replacing the upper and
lower limits in the integral in Eq. (5.1) by finite
values and then subdividing this resulting region of
integration into subintervals where different densit-
ies of points were allowed for. The integration
range was divided into a total of 27 subintervals
and, in particular, small intervals with high den-
sities of points were chosen around + k;(w),
+ 3k{(w), and + 5k(w). Within each subinterval
the grid points corresponding to different densities
were obtained by the classic Gauss-Legendre
method [19]. The total number of points used in
the integration was N = 1850.

In this way we solved the integral equation (5.1)
satisfied by the transmission matrix T'(k|k) needed
to calculate e.g. the transmission coefficient of sur-
face plasmon polaritons as a function of the length
L of the rough part of the surface, for each particu-
lar realization of the surface. In numerical calcu-
lations the function I'(x;) which serves to restrict
the nonzero values of s(x{) to the interval
— L/2 < x; < L/2, was taken in the form given by
Eq. (2.4b) with k = 100L so that s(x;) was cut off
smoothly.

The traditional way of generating randomly
rough surfaces with a well-defined power spectrum
and Gaussian height distribution is to use the so-
called Fourier filtering method [20, Appendix A]J.
This method consists of generating Gaussian un-
correlated random variables that are filtered with
the desired (decaying) power spectrum. By Fourier
transforming this filtered sequence back into real
space one obtains a randomly rough surface with
the desired statistical properties. In most imple-
mentations of this algorithm, it is beneficial to take
advantage of the fast Fourier transform for per-
forming the inverse transform needed. However, to
generate numerically surfaces that suppress leakage
as defined in the preceding sections, the use of the
fast Fourier transform (FFT) is not necessarily the
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best option. The reason for this is that the power
spectrum, according to its definition, is nonvanish-
ing only in a very narrow interval of width 2Ak
about =+ 2k;(w), where k,(w) is the real part of the
wave number of the surface plasmon polaritons
supported by the planar surface. This has the con-
sequence that the number of points needed in order
to resolve the nonvanishing part of the power spec-
trum in a satisfactory matter is very large. Since it is
the widths of the rectangles contained in the power
spectrum that makes the surface randomly rough,
we want a rather good resolution here. For
example for the numerical results for silver to be
shown later, Ak ~ 10" ?®/c and the number of
points needed in order to generate surfaces in a sat-
isfactory manner by using the FFT was N > 10
The FFT for this number of points is a computa-
tionally costly algorithm, and we therefore cal-
culated the Fourier transform by straightforward
numerical integration for which a high-density dis-
cretization in momentum space is possible at lower
computational costs. Another advantage of this
numerical integration approach is, as we will see
below, that the surface now may be generated dir-
ectly on a non-uniform grid without any need for
any interpolation. In Fig. 2 an example of a surface
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Fig. 2. Example of a random surface.

realization generated by the method just described
is presented.

6. Numerical results

We start our discussion of the numerical results
by presenting a result that explicitly shows that the
surfaces generated in the way described above sup-
press leakage, i.e. that the scattering amplitude van-
ishes in the radiative region |q| < w/c. In Fig. 3 we
present a plot of (w/c)*¢|R” (q, w)|*) as a function of
cq/ow for a silver surface where the rough portion
had a length L = 204. The result plotted in Fig.
3 was calculated from the analytical expression for
the transition matrix T(qlk), Eq. (4.2a), obtained in
the pole approximation for the Green’s function.
No expansion in powers of the surface profile
function s(x; ) was used when averaging |R” (g, w)|*.
The vacuum wavelength of the surface plasmon

logl(@*/c*)<[R>(qlk)*>]
o
T

qc/m

Fig. 3 . Plot of (w/c)*{|R” (¢, w)|*)> as a function of cq/w cal-
culated by averaging analytically the expression (5.1) for the
transition matrix T(glk) for a silver surface characterized by the
parameters Ak = 0.3(k;(w) — (w/c)) and 6 = 3 nm. The rough
portion of the surface has length L = 204. The wave number of
the surface plasmon polariton, k(w) = k;(w) + ik, (w) =
(1.0741 + 10.0026)w/c, corresponds to a vacuum wavelength of
A =4579 nm, and the dielectric function of silver at this fre-
quency is gw) = — 7.5 +10.24.
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polaritons was taken to be A=(2nc/w)=
457.9 nm, so that the dielectric function of silver
at this frequency is e(w) = — 7.5 4+ 10.24. The cor-
responding wave number of the surface plasmon
polariton is k(w) = ky(w) + ik, (w) = (1.0741 +

10.0026)w/c. The surface roughness was character-
ized by the parameters Ak = 0.3(k{(w) — (w/c)) and
0 = 3 nm. With this value of Ak the surface should
suppress leakage due to scattering processes of up
to, and including, third order. We observe from Fig.
3 that {|R”(q,w)|*> is indeed suppressed in the
radiative region. The analogous results obtained by
means of a numerical solution of Eq. (2.13) is pre-
sented in Fig. 4 for the case where the rms height of
the surface roughness was taken to be 6 = 30 nm.
From this figure we see that although {|R” (g, w)|*>
is heavily suppressed in the region of small values of
q < (w/c), it is far from zero for almost grazing
directions of radiation ¢ < (w/c). This is due to the
strong higher-order scattering processes which are
possible for such a strongly rough surface. Only
six peaks corresponding to =+ ky(w), =+ 3k;(w),
and + 5kq(w) are easily seen in this figure. It

logl(0’/cH)<[R™(qlk)[*>]

qc/m

Fig. 4. The same as in Fig. 3 but calculated by means of
a numerical solution of Eq. (2.13). The rms height of the surface
roughness is ¢ = 30 nm. The results for 50 realizations of the
surface profile function were averaged numerically to obtain the
results plotted in this figure.

should also be noted that when |gq| > Tw/c,
(w/c)*{|R” (q|k)|*> becomes flatter. This flatness is
due to leakage setting in for such scattering wave
numbers, and they are no longer restricted to well-
defined values as is the case for |q| < 7w/c. The
reason for the rapid dip at ¢ & k;(w) is caused by
the vanishing of the scattering potential V(k|q) at
q=k.

By numerically solving Eq. (2.13), and calculating
T(k|lk) by numerical integration in Eq. (5.1), the
transmission amplitude #(w, L) defined in Eq. (2.18),
and the transmission coefficient T(w, L) defined by
Eq. (2.19) could be calculated for different values of
the length L of the rough portion of the surface.
From this equation we also recall that the decay
due to ohmic losses in the metal could be factored
out leaving only possible leakage or Anderson loc-
alization in the quantity |t(w, L)|*. In Fig. 5 we show
numerical simulation results (filled circles) for
{In T(w, L)) as a function of the length of the rough
portion of the surface. The remaining parameters
are those used to obtain the results of Fig. 4. The
error bars indicate errors due to the use of a finite
number of samples. These errors tend to increase
with increasing system size L because of numerical
difficulties related to the peaks that can be seen in
Fig. 4 becoming narrower and higher.

We observe from Fig. 5 that the behavior of
{In T(w, L)) within the error bars is consistent with
the behavior predicted in Eq. (2.23), i.e. with an
exponential decay of the surface plasmon polariton

'
)]
T

<In T(o,L)>x103
3
————

15 +

L L 1 L 1 L 1 L 1 L L
0 10 20 30 40 50 60 70

L/A

Fig. 5. Numerical simulation results for {InT(w, L)) versus the
length of the rough portion of the surface L.
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transmission coefficient. The solid line in Fig. 5 rep-
resents a y2-fit [19] to the simulation data. We
recall that in the absence of leakage the slope of this
straight line gives according to Eq. (2.23) the in-
verse of the Anderson localization length, /(w). The
numerical value that we obtain in this way is

/(@) = (5319 + 905).. (6.2)

Thus, by large-scale numerical simulations we have
shown that for such a strongly rough random sur-
face the average logarithm of the transmission coef-
ficient is a linear function of the length of the rough
part of the surface. However, in this case the char-
acteristic length of the decay of the transmission
coeflicient Z(w) is of the order of many thousands of
wavelengths. As we have seen in Fig. 4 in this case
the bulk electromagnetic waves are quite efficiently
radiated into the vacuum in the directions almost
parallel to the surface. These scattered bulk waves
are, in their turn, scattered by the surface roughness
and excite surface plasmon polaritons. Just these
processes of reexcitation of surface plasmon polar-
itons lead to such a long decay length /(w). Thus, in
this case, although the scattering length /. (w)
might be quite small, any possibility of localization
is destroyed by the strong reexcitation of surface
plasmon polaritons.

7. Conclusions

In this paper we have presented an approach to
generating a one-dimensional random surface that
suppresses leakage. The suppression of leakage is
essential for being able to observe the localization
of surface plasmon polaritons on a randomly rough
surface. We have shown that in the case of a weakly
and moderately rough surface the transmission co-
efficient T(w,L) of surface plasmon polaritons
decays exponentially with the length L of the rough
part of the surface. The inverse of the characteristic
length of the decay /. '(w) is determined by the
roughness-induced decay rate of the surface plas-
mon polaritons 7 '(w) = 24, (w) = 2Im CM(k). In
the case of a weakly rough surface and when the
length L of the rough part of the surface is small,
although the localization length is smaller than the
propagation length Z,(w), which is due to the ohmic

losses in the metal, it is large enough to ensure the
propagative nature of the surface plasmon polar-
iton field. With the increase of the strength of the
surface roughness, the localization length becomes
considerably smaller than the vacuum wavelength
of the surface plasmon polariton. In this case the
surface plasmon polaritons lose their wave-like na-
ture and their field is localized. With a further
increase of the rms height, the scattering processes
of higher order (higher than the third) become
efficient. These processes lead to the appearance of
leakage and, more important, to the processes of
reexcitation of surface plasmon polaritons. By
large-scale numerical simulations we showed that
the localization length in this case is of the order of
many thousands of wavelengths. This is because in
this case the surface plasmon polaritons which
propagate along the planar surface away from the
rough part of the surface (x; > L/2) are actually
not the transmitted surface plasmon polaritons but
can be regarded as the surface plasmon polaritons
excited by the effective modes of the rough surface:
coupled multiply scattered surface plasmon polar-
itons and bulk electromagnetic waves.
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By means of Green’s second integral identity in the plane and a parametrization of the surface profile
function, the dispersion relation for surface electromagnetic waves guided by a straight channel cut into the
otherwise planar surface of a solid in contact with vacuum has been determined numerically. The solid can be
either a metal or a dielectric medium and is characterized by an isotropic, real, frequency-dependent dielectric
function e(w) that is negative in some range of frequencies. The resulting propagating bound electromagnetic
modes are calledhannel polaritons.
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[. INTRODUCTION the system parallel to the axis of the channel are obtained,
together with the boundary conditions satisfied by these field
The ability to confine surface electromagnetic waves incomponents at the vacuum-solid interface. In Sec. Il we
the plane perpendicular to their direction of propagationdescribe a procedure for the parametrization of the surface
could make these waves useful in device applications such #¥0file function. This procedure was first introduced in Ref.
signal transmission and routing and in the construction of, in which light scattering by a reentrant one-dimensional
couplers and power splittetsThis possibility has stimulated surface was studied. These results, together with Green'’s sec-
recent experimental and theoretical investigations of strucond integral identity in the planeare used in Sec. Il to
tures that give rise to such confinement. Thus, Bozheailni Obtain a set of four coupled, homogeneous integral equations
al.2 have studied experimentally the guiding of surface plasfor the values of the components of the electric and magnetic
mon po|aritons by line defects in 400_nm_peri0d triangu|arfie|ds parallel to the channel and of their normal derivatives
lattice structures formed from 200-nm-wide and-45-nm-  €valuated at the vacuum-solid interface. The solvability con-
high gold scatterers on a gold film deposited on a glass supdition for this system of equations is the dispersion relation
strate. Subsequently, Bertnhas studied theoretically the for channel polaritons. The numerical solution of the disper-
bound electromagnetic modes of propagation supported by @on relation and the calculation of the fields for a single
structure consisting of a thin lossy metal film of finite width mode are outlined in Sec. IV, and results obtained by this
on a dielectric substrate and covered by a different dielectri@Pproach are presented in Sec. V for three different forms of
superstrate. More recent]y Weebet al have studied the cross section of the channel. In Sec. VI a discussion of
experimentally and theoretically the guiding of surface the results obtained concludes the paper.
plasmon polaritons along thin metal films of finite width
(metal stripesdeposited on a glass substrate. Il. MAXWELL'S EQUATIONS AND THE BOUNDARY
In this paper we obtain the dispersion relation for the CONDITIONS

bound electromagnetic modes of propagation supported by a i o i .
much simpler structure: namely, a straight channel cut into 1he physical system studied in this paper consists of a

an otherwise planar surface of a solid in contact withVacuum inregion [x;>{(x,)] and a solid characterized by

vacuum. The solid, which can be either a metal or a dielec® €@, isotropic, frequency-dependent, dielectric function

tric medium, is characterized by a real, isotropic, frequency£(®@) in region Il [x3<<{(x,)], as shown in Fig. 1. The sur-

dependent dielectric functiog(w) that is negative in a cer- face profile function/(x,) is assumed to be either a single-

tain frequency range. The restriction to a real dielectric

function is not essential to the calculations reported here, but &

is justified by the fact that the mean free path of surface

plasmon polaritons on a planar silver surface, due to Ohmic

losses, exceeds 1Qam for wavelengths of light in the near

infrared and is approximately 22m at the wavelength of a

He-Ne laser. These are long enough that such electromag- X, = {(x)

netic modes can be useful in integrated optical circuits oper-

ating at telecommunications wavelengthé/e have called X,

these electromagnetic mode&sannel polaritonsThe present

work is thus an extension of an earlier stldy which the

same problem was studied in the electrostatic limit.
The outline of this paper is the following. In Sec. Il the )

problem of electromagnetic waves guided by a channel is

formulated as a waveguide problem, and the equations satis- FIG. 1. A schematic diagram of the geometry studied in this

fied by the components of the electric and magnetic fields impaper.

(I VACUUM

SOLID: € ()
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valued or a multivalued function of;, and we further as-
sume that it is an even function of;, {(—X1)={(xy),
although this is an unessential simplification.

We seek solutions of the Maxwell curl equations

V><E(x;t)=—%%H(x;t), (2.139

19
VXH(X,t)ZEED(X,t), (2.1b
in this system in the form

a=1,23,
(2.29

a=1,2,3,
(2.2b

E (1) =E (X1,X3|k, w)e27 1ot

H,(6t) =H (X1, X3|k, w)e¥2Tet

PHYSICAL REVIEW B 66, 035403 (2002

The remaining, transverse, components of the magnetic

and electric fields can be obtained in terms of
Ho(Xq,X3|k, @) and E,(xq,X5/k, )8
HL=E:;;§§(—kwﬂz—e%bexméﬂ)
(2.5a
~ i . W . .
Elzm(leEanE[xszLHz]), (2.5b

wheree is the dielectric constant of the medium in which the
fields are being calculatedy, =(d/dx,,0,0/9x3) and the
subscriptL denotes the field components transverse tocthe
axis.

Thus, in what follows we will regardiiz(xl,x3|k,w) and
Ez(xl,x3|k,w) as the primary field components and

E; 4X1,Xslk, ) and Hy g(xq,xsk,w) as the derived field

which reflects the invariance of our system against displacecomponents. Therefore, we next seek the boundary condi-

ments along the, axis. From Eqs(2.1) and(2.2), together

tions at the solid-vacuum interface in terms of

with the Maxwell equatiorV-H=0, we obtain the equations H2(x1 X3|k,0) and Ez(xl X3|K,w) alone. These boundary
satisfied by the components of the magnetic and electric fieldonditions(not all independentcan be written in the forms
amplitudes parallel to the generators of the surface,

H,(xq, %3]k, 0) andE,(x;,%3/k, ), respectively. In region |
these components satisfy the equations

‘H2>(X1’X3|k'w)} B

E2>(X1:X3|k’w)

2 & )
—+— —Bokw)

(2.39

In region 1l they satisfy the equations

[|:|2<(X1,X3|k'w)}
-0,

2 2
- - k R
(ax% x5 Ak E5 (X1, X3k, @)
(2.3b
where
1/2
B(km=(W—23 (M>3)
otR, C2 c
o2 12 °
and

2

1/2
,B(k,w)={k2—e(w)%l . ReB(k,w)>0,

Im B(k, w)<O0. (2.4b

NXE>=nXE~, n-E =e€(w)n-E-,

(2.69

NXH”=nXH<, n-H =n-H<, (2.6b
wheren is the unit vector normal to the interface at each
point, directed from the solid into the vacuum. From Egs.

(2.5 and(2.6) we obtain the following boundary conditions:

E,=E;, (2.73
HS =H5, (2.7b
iE<— B2k, o) iA>_(e((u)—l) wk (?I:l
N2 (w)Bikw) N 2 | o) [cpikw) it P
(2.79
.. BAkw) @ wk
WHZ_—ﬁo(k,w) onHz tle(w)—1] Fikw )ath,

(2.79

where d/dn and /gt are the normalized derivatives along
the normal and the tangent to the interface at each point.
Explicit expressions for them will be given in Sec. Ill.

Ill. DISPERSION RELATION

We begin the derivation of the dispersion relation for
channel polaritons by introducing two Green’s functions
Go(X1,X3]x7,x5) and G.(X1,Xs|X1,X3), Which satisfy the

We denote components of the electromagnetic field in regiofduations

| by a superscript " and those in the region Il by a super-

script “<.” We seek solutions of Eq942.33 that vanish as

Xz—0o, since we seek solutions in the nonradiative region
|k|>w/c, wherep3 is positive. Similarly we seek solutions

of Egs.(2.3b that vanish ag;— — o [sincee(w) is negative,
B? is always positivé

(92 az o
Go(X1,X3|X1,X3)

Bo(k o)

(3.1a

= —4m78(X1—X1) 8(X3—X3)

and
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2 2

PP r

ot Bk) | el )
1 3

(3.1b

— 41 8(X,—X1) 8(X3—X3),

respectivelyGy(x; ,X3|x; ,x5) satisfies vanishingg3>0) or
outgoing (8(2,<0) wave boundary conditions at infinity,
while G.(x1,X3|x1,x3) satisfies vanishing boundary condi-
tions at infinity [recall thate(w) is negative so thap? is
always positivg Explicit expressions folGq(x;,X3|X1,X3)
and G (x;,X3|x1,X3) are

Go(Xq,Xg|X1,X3) = 2Ko{ﬂo(k,w)[(X1—X£)2

+(x3—x5)4]¥3 (3.2

=Go(X1,X3]X1,X3), (3.2b

Go(Xq,X3]X1,%3) = 2K o{ B(K, 0)[ (X1 — Xi)z"‘ (X3— Xé)z]m}‘
(3.39

=G (X1,X3|Xq,X3), (3.3b

whereKy(z) is a modified Bessel function.

The derivation of the dispersion relation is based on

Green’s second integral identity in the plahe:

f dxlf dxs

PG
_+_

2 2
axz x5

(92
- U(X1,X3) —v(X1,X3)

2
U(Xl,Xs)( t—
3

ox3

X U(Xq,X3)

J Jd
= deS[ u(Xy ,xg)ﬁv(xl 1X3) —U(Xg 'Xs)ﬁ U(Xq,X3)

(3.9

whereu(xy,X3) andv(Xq,X3) are two arbitrary functions of

PHYSICAL REVIEW B66, 035403 (2002

0'(X) D~ (xq,X3lK, )

1 ! a ! !
=7 |.ds"} | = Gol(X1,X3| X1, X3)
on

47 )3

X 7 (x1,x5|k, @) — Go(Xq,Xa| X1 1 X3)

J .
X —<D>(X1,Xé|k,w)H, (3.9
an’
wherex=(x4,0X3) and
| 1 if xel, 5
T09=10  otherwise., (3.6

Because of the vanishing boundary conditions at infinity sat-
isfied by &~ (x1,x3|k, ) and Gy(x1,x3|X],X5), there is no
contribution to the right-hand side of E(B.5) from the in-
tegral along the curv€* . We have also used the symmetry
of Go(X1,X3|X1,X3), EQ.(3.2b), in writing Eq. (3.5).

We next apply Eq(3.4) to region Il. The curveC in this
case is the union of the cungand a semicircle of infinite
radius in the lower half-plane, which we denote®y”. We
choose foru(x;,xs) the functiond <(x; x|k, ), which is
either H; (x1,Xslk,0) or E5(xq,xs|k,®), and assume
v(X1,X3) to be G.(xq,X3|x1,x5). Then in view of Egs.
(2.3b and(3.1b), we obtain from Eq(3.4) the result that

0" (X)® = (X, X3l K, @)

1
- — Ads’[

(? ~
- EGE(X11X3|X£_,Xé) D=<(x} x4k, )

4775

— G (X1, X[ X1 ,X5)

Jd .
—<I><(x1,x§|k,w)“, 3.7
an’
where

1
0 otherwise.

if xell,

0”(X)={ (3.8

Again, because of the vanishing boundary conditions at in-
finity satisfied by ®<(x;,Xslk,w) and G.(x;,X3|X},x3),

x, andx; that are continuous and have continuous derival€re is no contribution to the right-hand side of &8.7)

tives in an ared bounded by a closed curi& The element
of arc length along this curve @s, and the derivative)/dv
is taken along the normal to the cur@at each point, di-
rected away from the area

We first apply Eq.(3.4) to region I. The curveC is then
the union of the curveis= ¢(x,), which we denote bg, and
a semicircle of infinite radius in the upper half-plane, whic
we denote byC*”. If we choose foru(x,,x3) the function

&~ (x1,x3/k,0), which is either H; (x;,x3k,w) or
E (x1.X3lk,®), and assume wv(x;,x3) to be
Go(X1,X3]X],X3), then in view of Eqs(2.39 and(3.13, we
obtain from Eq.(3.4) the result that

from the integral along the curv€ ™. We have also used
the symmetry of5 (X1 ,X3|X1,X3), EQ.(3.3b), in writing this
equation.

Since we have assumed that the surface profile function
{(x4) can be a multivalued function of;, we next describe
the method of the parametrization of the surface profile with

hthe notation introduced in Ref. 6. We consider that the sur-

face profile is a curve with a finite number of singular points.
This curve can be characterized in terms of a paransdteat

is chosen as the arc length along the curve. The coordinates
of each point of this curve are defined by a single-valued
vector functionR(s) which has at least second derivatives at
each regular point. The vect&(s) is given by

035403-3



I. V. NOVIKOV AND A. A. MARADUDIN PHYSICAL REVIEW B 66, 035403 (2002

R(s)=(&(s),0,7(s)), (B9 (0E; (X1,x3k @)
where&(s) and 7(s) are parametric functions af The nor- 1 P
mal and tangential derivatives to the interface at each regular =—fds’ —Gy(X1,X3|E(S'), 7(S"))
point in terms ofs are defined by )5 an’
a N
Er (S) Py +& (8)5]. (3.109 XE(s'|k,@) = Go(Xq,X3| &(S"), (S )F(S' [k, )
J (3.11b
=¢ (S) 9€ * (S)%' (3100 where we have defined the four source functions
The prime in Eqs(3.10 denotes differentiation with respect H(s|k,w)= I:|2>(§(s) 7(s)|k, @) (3.123

to s. The two equations represented by E2}5) can then be
written explicitly in the forms J .
. L(slk,0)= &—nHi(g(S),n(S)lk,w), (3.12h
0'(X)H3 (X1, X3/ K, @)

1d
471's

X H(S’|k'w)—Go(X1'X3|§(S')yW(S'))L(S'|k,w)] : Turning now to the two equations represented by ),
we write them out explicitly, using the boundary conditions
(3.113 (2.7) with the results that

E(slk,w)=E; (&(s), () |k, ), (3.129

d
EGO(X1:X3|§(S'),7](S')) ;
F(slk,0)=—-E5 (&(s). 7(s)[k,w).  (3.129

,\ 1
0" (X)H3 (X1, X3k, )= — Ej;dsl Ge(x1,%3]&(s"), m(s")) |H(s'|k,w)

—MG (X1,%3|€(8"), (" ))L(S' |k, @)

Bikw) ©

—[e(w)—1]——— ok e(xl,xslg(sw.n(s’))iéi(g(smn<s'>|k.w) (3.133
,30( ) at’

and

G(x1,%3]&(s"), m(s")) |E(s'|k,w)

0" (X)E5 (Xq,X3|K, w)———fds l

Bk, )
() BR(k,0)
e(w)—1
€(®)  cpi(k,w)

Go(x1,%3| ("), m(s")F(s' [k, 0)

a .
GE(X1,X3|§(S'),n(S’))WHi(E(S’),n(S’)lk.w) : (3.13b

At this point we note the results that

d.

Ez (&(9),n(9)|k,w)|= E2 (£(9), () |k, ) (3.143
d

=5sE(slk0), (3.14b
d.

[—H (&(s),n(s)k,w) | = H 5 (£(s), n(9)|k, ) (3.149
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d
:d—SH(s|k,w). (3.149

When the results given by Eg&.14) are substituted into Eq$3.13), after an integration by parts we obtain a second pair of
equations containing the source functions

and

E(s'|k, o)

0" (X)E5 (X1 %3k w)=—ifd3’{ e (X1,X3| £(S"),7(S"))
I 47 ), g et '

B2 (k)
 e(0)Bi(k,w)
e(w)—1 wk d
 e(0) cBk,w) [;

Ge(x1,%3/€(s"), m(s"))F(s'[k, )

Ge(x1,%3[€(s"), 7(s"))

H(s’|k,w)]. (3.16

To complete our derivation of the dispersion relation for channel polaritons we=sB(s)-+vn, wherev is a positive
infinitesimal, in Eqs(3.11), (3.15, and(3.16), to obtain

H(s|k,w)=fAds’[Ho(s|s’)H(s’|k,w)]—Lo(sls’)L(s’lk,w)], (3.17a
E(slk,w):fAds’[HO(S|s’)H(s’|k,w)]—Lo(s|s’)F(s’|k,w)], (3.170b
B2 (K, o)

H . (s|s")H(s'|k,w)—

w
’ ! k — —_—
Bkw) L(s[s")L(s'|k @) +[€e(w) 1]c,8§(k,w)

Oz—ﬁds’
S

Ne(sls’)E(s’|k,w)l, (3.179

0——st’ H(s|s")E(s'|k )—ML(S|S’)F(S’|k )—(e(w)_1> wk N.(s|s")H(s'|k,w)
I Pl O T ) Bkw) O Tew) gk € e
(3.179
where the kernels are given by
1 J
Ho(5|5’)=E EGo(Xl,Xslﬂs'),ﬂ(S')), X1=&(s)—vn'(s), Xz=n(s)+v'(s), (3.183
1
LO(S|S’)=E[GO(X11X3|§(S,)177(5’))]1 X1=§&(s)—vn'(s), Xs=n(s)+v{'(s), (3.18h
1 J
HE(S|S’)=E EGG(X1,X3|§(S’),7I(S')). X1=&(s)—vn'(s), Xz=n(s)+tv§'(s), (3.180
1
Le(sls) = 5 [Gelx1,Xs|E(s"), n(s"))], xa=&(8)—vn'(s),  Xa=n(s)+v'(s), (3.189
1| 0
Ne(sls’)zﬂ EGE(XLX3|§(S’),71(S’)), X1=&(s)—v7'(s), Xz=mn(s)+v'(s). (3.18¢
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Equations(3.17) constitute a set of four coupled, homoge- As/2
neous integral equations for the four source functions Lﬁr?%:j duLo(Splsptu). (4.6)
H(s|k, ), L(s|k ), E(s|k,w), and F(s|k,w). The solv- a8
ability condition for this system of equations is the disper-
sion relation for channel polaritons.

We now turn to the numerical solution of this system of
equations. N

_ (0) _ (0)
IV. NUMERICAL SOLUTION OF THE DISPERSION H(smk,) an—N [HenaH (Solk, ) =Ll (salk, )],
RELATION (4.7a

In this way we convert the four equatiof3.17) into the
following matrix equations:

To solve the system of equatio3.17) we begin by re- N
placing the infinite range of integration by the finite range _ (0) 1 (0)
(0,2L+As), whereL=NAs is a half-length of the surface E(snlk, @) n;N [HmnE(snlk, @) = LinaF (sulk, @) ],
curve andN is a large positive integer. We next introduce the (4.7b
set of N+1 equally spaced points,}, where

1 . (o) B (k@) (e)
=As|5+n+N|, n=—N,-N+1,... N-1N, 0=— 2 |HiH(silko) =5 — LGl (silk.w)
= 2(K,
4.7
i ok @
and rewrite Eq(3.173 as tle(w) = 11— ——NE(s [k, 0) |, (4.79
cBi(k,w)
+As/
H(s|k,w)= 2 ds’[HO(s|s’)H(s’|k,w) N ,
n=-N Js,—As/2 B (K, )
0= 3 |ESH(silk,0)~ ————L{F(sk )
—Lo(s|s")L(s'|k,®)]. (4.2) m=—N €(w)Bo(k,w)
On the assumption thad (s|k,») andL(s|k,®) are slowly e(w)—1) ok
varying functions of s in each interval §,—As,s, —( (@) ) > NEOH (sqlk, ) |, (4.79
+1As), we replace Eq(4.2) by cBo(k,w)
L AS2 where
H(slk,w) 2 ds'[Ho(s|s" ) H(s, |k, w)
n—fN sp,—As/2 © As/2
HE=J duH(sp|s,+u), 4.8
—Lo(s|s")L(sn|k,w)]. 4.3 ) s (Snisntu) (489
By replacings with s,, and s’ with s,+u, we obtain the Aero
. . S
matrix equation Lm:f dUL(S,]5,+ 1), (4.8b
—As/2
Hisulk,w)= 2 [HRH(sH[k o)~ LEL(sq[k,0)], .
n=-N S
(4.4 Nih= J L dUNlSmlsh . (4.89
—AS)
where
The matrix elementsi{<) andL{) have been evaluated by a
HO = JAS/Z duHo(SySy+U) (4.5 standard methddand to the lowest nonzero order is are
™) ase men e given by

As K1 (B(K, @){[ &(Sm) — E(sn) 12+ [ 7(Sm) — 7(sn) 12} H2)
Hm:_ 2 K, : ' n m) n
27 ) B L& — & P L) — s B2 0 VL7 = 7S]
— 7' (SWl&(sm) —&(s))]}  (m#n) (4.99
1 ﬁ"(Sm)f/(Sm)—f"(Sm)n,(Sm)
=5 +As p (m=n), (4.9b
As
L(E)__Ko(ﬂ (K, @){[&(Sm) — E(s) P+ [ 7(Sm) — n(s) 11D (m#n) (4.108
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—B(""")AS) m=n). (4.100

27 0( 2e

The matrix elementsl ) andL (% are obtained front <) andL (%) by settingB(k, »)= Bo(k,w) in them. The matrix element
N() is given to first order imAs by

1(,3(k o){[£(Sm) — E(0) P+ [ 7(Sm) — n(s0) 171D

NEﬁL 2 SLE(S)— (5.
2m 'B * B(K,w){[ £(sm) — E(s0) 12+ 1(Sm) — 7(Sn) 12} Y2 {&"(sn)[&(sm) — £(sp)]

+ 7' (S 7(sm) — 7(Sn) ]} (M#n) (4.11a

=0 (m=n). (4.11H

We can simplify Eqs(4.7) by using the symmetry of the N
problem. Because we have assumed that the surface profile >, | H&eMIEE) (s |w k)

function is an even function of; or (s—L), thené&(s_.,) n=0
=—§&(sy) and n(s_) = 7(sy). We can see from Eq$4.9 )
that the matrix elements have the following properties: _ B (ko) LeNOEE)(g |w,k)
e(@)Bok,o) ™ Y
LO=LO . L9=L9, ., Po
[e(w)—1]wk
(©) _ (©) (9 — (9 —_— NOHIHO) (s |w,k)]=0,
HO=HO, . HE=H® _ (4.12 (@) oFk o) Z [V (Snl@,k)]
NG~ NG, : Fken
odd(e) _ odd(e)
By introducing the even and odd functions Z {Hmn HO(sy|w,k) K. —— Lan LO(sglw k)
n=1 :80( o)
H® (s, 0,k) =H(Sp ,k)+H(S_ | ®,k)
’ ’ T e(w)—1]wk
u E [NGUEH(E)E(G)(Sn|w k)]
HO (S| @,k) = H(Spp| @,k) = H(s_ ] @,k), cBi(k,w) -1
(413 For brevity we will call this mode aE®H© mode. The
E©(s,]w,K) =E(Sy] 0,K) +E(S_ ] ,K), matrix elements are defined by
euen(e,O)ZH(e,O)_ 568

EO (5] 0,k) = E(Spl0.K)~ E(5_ g 0,00 Ftmo "~ 9%mo:
and Hin M O=HED HED, — 8(8mnt O ), L=n=N,

FO) (S| @,k)=F (S| @,K) +F(s_m|0,k), H 9K =0 (€D — 5(5, = O —n), 1<nN<N,

FO(s]0,K)=F (S| @,k) = F(s_ | ,k), L0 =0

4.1
(414 Leene0= 04 (<0 1<n<N, (4.16
L®(sp|w,k)=L(sp|@,k) +L(s_m|®,k),

£ 0dd(€,0) | (£,0)_ L(eg) . 1<n<N,
LO (] @,K) = L(Sy] @,K) = L(S_ | 0,K) m m "
even(e,0) _ n(€,0)
for the mode in which the electric field is an even function of Nmo =Nmo™»
(s—L) and the magnetic field is an odd function of ( even(e,0)_ n (e, 0) (€,0)
—L), we can rewrite Eqs4.4) and(4.7) as N Nin '+ Nm=n,  1sn<N,
: NRHONED NGO, 1=n=N,
even(O (e) even(O) (e) — '
,Z: [Hm E€(sol 0.k~ Ly F(snlw.k)1=0, where the superscrifk,0) can be either or 0; 5=1 if the

superscript is 0; and=0 if the superscript i%. The size of

N the supermatrix in Eq4.15 is (4N—2)X (4N—2), essen-
> [HUAOHO (s | @, k) — £ 2340 ©)(g |w,k)]=0, tially half the size of the supermatrix defined by Hd.7).
n=1 The solvability condition for the matrix equatio.15

(4.15  vyields the dispersion curve for tHe®H(® mode. For the
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E(©H(® mode, in which the magnetic field is an even func-to zero. In fact, these source functions are the components of

tion of (s—L), while the electric field is an odd function of the eigenvector of this matrix with the corresponding eigen-

(s—L), the supermatrix is defined by value A=0, which can be calculated by using a standard
numerical routine. We normalize the source functions assum-

N 0dd(0)=(0) 0dd0) (0) ing that the norm of this eigenvector is unity. The same pro-
rzl [Hon E(sp|w,k)— Ly FO(sp|w,k)]=0, cedure applies to thE(©H(®) mode.
N
2 [Har OHO (s 0.k — LR OLO(s|w,k)]=0, V- RESULTS
n=0 The dispersion relation for thE®H(® modes obtained
N from Eq. (4.15 and the dispersion relation for tHe®H(©)

ber of branches. This can be understood most simply by
considering the limit ak—o, where the electrostatic ap-

=}
Il

1 {H?ndnd(s)E(o)(SnM,k) modes obtained from Eq#4.17), each has an infinite num-

B?(K,w) odd(e) proximation is valid. In this limit, as was shown in Ref. 5,
— L IR (s ] w,k) each branch is related to an eigenvalue oRNanN matrix, in
€(0)Bo(k,w) the limit asN—o. Thus the number of branches tends to
(e(w)—1)wk N infinity in this limit. In our numericgl calculations, to sim-
— > [NENDHO) (s |w,k)]=0, plify the resulting figures, we considered only six branches
€(w)cBy(k, ) n=0 for every case considered, which for a given value of the

wave numberk were the three lowest-frequency branches
N and the three highest-frequency branches.
> {Hﬁfn(s)H(e)(SnM,k) In Fig. 2 we plot the branches of the dispersion curve for
n=0 channel polaritons guided by a channel defined by a Gauss-
ian surface profile functiort(x1)=—Aexp(—xi/Rz), with

2
Pk o) even(e) A/R=8. We assume that the substrate is a metal and take for

—————LeNI O(s | w,k)

B3k, o) its dielectric function the simple free electron forafw)
N =1—(w'2)/w2), where w, is the plasma frequency of the
_ (e(o)~ 1wk > [NHIEO) (s |w,k)]=0 electrons in the bulk of the metal. We can vary one indepen-
2 - mn nlw,k)]=0. . .
e(w)cBy(k,w) n=1 dent dimensionless parameter of the systems wyR/c.

Herea=0 is the electrostatic case, which was considered in
(4.17) Ref. 5. The results fon=0.1,0.5,1.0 are presented in Figs.
The solvability condition for this matrix equation gives the 2(@—2(c), corresponding to th&©H(® mode. For these
dispersion curves for th&@H(® channel polaritons. The values ofa there are branches with frequencies above and
determinant of the matrix is a function kfandw. The roots ~ below w, /2, which is the limiting frequency as— of
of this function define the branches of the dispersion curvesurface plasmon polaritons at a planar vacuum-metal inter-
The numerical approach to finding of the roots is the fol-face. In Figs. &d)—2(f) the results are plotted for the same
lowing. First, we assume a value kfand increase» sys-  but for electric fields that are odd functions xf and mag-
tematically until the determinant of the supermatrix change#etic fields that are even functions »f. For =0.1 there
its sign. Second, by the method of dichotomy we limit theare some branches that lie abavg/ 2, but the increase of
interval in which the determinant changes its sign to obtainx shifts all dispersion curves well belowp/\/i. The fre-
the required accuracy. Then we continue increasirtg get  quencies of all branches lie inside the ranged®<w,, and
all roots of the determinant for a given valueloBy repeat- all of them tend tpr/\/E ask—o. This is because as
ing this procedure for different values & we find all  becomes infinite and the wavelength of the channel polariton
branches of the dispersion relation. becomes smaller than any linear dimension characterizing
Now we turn to the calculation of the coordinate depen-the channel, the channel polariton “sees” a locally planar
dences of the fields of a channel polariton. Based on theurface, and the frequency of each branch tends tokthe
preceding results we can choose any point on a branch of the.«c limiting frequency of surface polaritons at a planar
dispersion relation. To illustrate the field patterns of a chanvacuum-metal interface. This limiting behavior occurs for all
nel polariton we take points on the distinct branches. Everyf the channel profiles considered in this paper.
point on a branch defined by a frequency and wave number We also note that although we have plotted the dispersion
(w,k) of a channel polariton characterizes a particular singleurves for six branches, in Figs(a#—2(c) the second and
mode. First, we consider &®H(® mode. The fields every- third branches, counted from the lowest-frequency branch,
where in our system can be obtained from E@s7a and are degenerate on the scale of the figure, while in Fid) 2
(4.7 and Egs. (2.5, where the source functions the fourth and fifth branches are degenerate on the same
E®(sp|w,k) andH© (s |w,k) are the solutions of the ma- scale. Consequently only five branches appear to be plotted
trix equations(4.15. Here o and k define a point on the in these figures.
branch, and therefore the determinant of this matrix is equal In each figure we have also plotted for comparison the
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FIG. 2. The branches of the dispersion curve for channel polaritons guided by a channel on a metallic substrate defined by the profile
function Z(x;) = — A exp(—x3/R?), AR=8. The left side of the plot corresponds to ¢ H(® modes while the right side corresponds to the
E(OH(® modes.(a) and(d) «=0.1; (b) and(e) @=0.5; (c) and (f) a=1.0, wherea= w,R/c. The dark dashed curve in each figure is the
dispersion curve for surface plasmon polaritons at a planar vacuum-metal interface.

dispersion curve for surface plasmon polaritons on a planamapidly with increasingx; that it is practically zero at the
vacuum-metal interface obtained from the dispersion relatiomouth of the channel and in the vacuum above it.
kR= aw[(0?—1)/(20?—1)]*2, whereZ):wlwp. In Figs. 4—7 we present contour plots of the squared
In Fig. 3 we plot the amplitude of the second componentmodulus of the second component of the electric field inside
of the electric field of a channel polariton along theaxis  the channel. The lighter regions correspond to the larger val-
for the four highesE(®H(® modes in the system with the ues of the electric field. The most intense field is concen-
same parameters as in Figcg with wave numbeg=1/R trated in the vicinity of the tip of the groove. From these
and frequencies given byw/w,=0.883, 0.774, 0.732, and figures we also see that the electric field is strongly confined
0.707. The field for the lower-frequency modes has a largeto the channel. For all practical purposes it vanishes outside
number of nodes across the channel. The field decreases #® channel.
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FIG. 6. The same as in Fig. 4, but with the frequency of the
electric field given byw/w,=0.732.

"28.0 -é.o -A:.o -2|.0 oio 2.0 . . .
X/R In Fig. 8 we present the branches of the dispersion curve

for channel polaritons guided by a channel defined by the
FIG. 3. The amplitude of the electric field of a channel polariton g face profile function
for four E®YH(®) modes in the system with the same parameters as
in Fig. 2(c), with the wave numbeg=1/R and the frequencies 2 cosﬁ(ﬂw/4)
given by o/w,=0.883 (solid ling), 0.774 (dotted ling, 0.732 {(x;)=—d .
(dashed ling and 0.707(long dashed lire cosh{ fw/2) + coshpx,

(5.9

In the limit as B—o this profile defines the rectangular
channel of widthw and depthd whose surface profile func-
tion is given by

0.06 W
{(x)=—d (|x1|<2) (5.2a
0.04
o || |>W) (5.2b
= X{|>=]. .
0.02 T2
I For this profile we vary a dimensionless parameter
0 =wpW/c. Figures 8a)—8(c) present dispersion curves with

a=(0.1,0.5,1.0), corresponding to electric fields that are
even functions ok, and magnetic fields that are odd func-
tions ofx;. In Figs. 8d)—8(f) we plot the dispersion curves

FIG. 4. A contour plot of the squared modulus of the secondwith the samex corresponding to electric fields that are odd
component of the electric field in a channel defined by a Gaussiafunctions ofx; and magnetic fields that are even functions of
profile. The wave number of the electric fieldds-1/R, and the  x,. As in the case of the Gaussian profile function the modes
frequency is given byw/w,=0.883. x; and x3 are expressed in  supported by this channel are dispersive, and for lrieir
units of R frequencies tend te, /2.

0.02
0.015
0.01

0.005

-

FIG. 5. The same as in Fig. 4, but with the frequency of the FIG. 7. The same as in Fig. 4, but with the frequency of the
electric field given byw/w,=0.774. electric field given byw/w,=0.707.
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FIG. 8. The branches of the dispersion curve for the surface polaritons guided by a channel on a metallic substrate defined by the profile
function Z(x,) = — 2d cosH(Bw/4)[ coshBw/2) + coshBx;)], diw=1, Bw=24. The left side of the plot corresponds to 8&H(® modes,
while the right side corresponds to tB&”H(® modes.(a) and(d) @=0.1; (b) and(e) a=0.5; (c) and(f) a=1.0, wherea=w,w/c. The
dark dashed curve in each figure is the dispersion curve for surface plasmon polaritons at a planar vacuum-metal interface.

To illustrate the power of the method of the parametric VI. CONCLUSIONS

representation of the surface profile we have also calculated In this paper we have extended the definition of channel

the dispersion curves for channel polaritons guided by thessmon&'to the electromagnetic case. We have called the
truncated cylindrical channel depicted in Fig. 9. The radiugegyiting guided waves channel polaritons and have obtained
of the cylindrical channel iRy, and the angle subtended by tnejr dispersion relation. Using the symmetry of the surface
its throat is 6=30°. The resulting dispersion curves are profile functions assumed, we have distinguished two differ-
plotted in Fig. 10 for the case where the dimensionless paent types of modes. The first type corresponds to electric
rametera= wyRy/c is equal to unity. In Fig. 1@ the sec- fields that are even functions &f and magnetic fields that
ond and third branches are degenerate on the scale of the odd functions ok;. The second type corresponds to
figure, while in Fig. 10b) the fourth and fifth branches are electric fields that are odd functionsjf and magnetic fields
degenerate on the same scale. that are even functions of,. We have made calculations for

035403-11



I. V. NOVIKOV AND A. A. MARADUDIN PHYSICAL REVIEW B 66, 035403 (2002

1 . . T . T . E®H mode &
4 (a)
1.0 ¢
08
0.06 I L
g i
%3 S 04l /4
0.2 - :
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kR,
EH® mode < b
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FIG. 9. Atruncated cylindrical channel. T m—
0.6 Z=
g 4
channels defined by a deep Gaussian profile function, a rect- S 04l
angular channel, and a truncated cylindrical channel. The
frequencies of the modes supported by these channels are 0.2
dispersive and are well separated from the frequency of a
surface plasmon polariton on a planar vacuum-metal inter- 00 2 m 20
face. kR,

We have calculated the coordinate dependences of the
fields of a channel polariton and have plotted two- FIG. 10. The branches of the dispersion curve for the surface
dimensional charts of the squared modulus of the secongblaritons guided by a truncated cyclindrical chanmrek: wyRy/C
component of the electric field inside the channel defined by=1. The dark dashed curve in each figure is the dispersion curve
a Gaussian profile. The results show that channel polaritonier surface plasmon polaritons at a planar vacuum-metal interface.
are well localized to the immediate vicinity of the channel.

Finally, we note that the present treatment has been based

on the assumption that the dielectric functiefw) of the magnitude. Two modes at this frequency had the complex
material into which the channel is cut is real. This means tha\svave numberskR=0.3028+0.000 495 and kR=0.3368
the mean free path of the channel polaritons is infinitely+ 0.000 776. If we require that the propagation constant of a

long. If the dielectric function is assumed to be CompleX’channel olariton be larger than that of light in vacuum—i.e
their mean free path will become finite due to their attenua- P 9 9 N

tion by Ohmic losses. To estimate what the mean free path gf'at it should be in" the nonradiative region IRe)
a typical channel polariton on a lossy metal surface might be;” (#/C)—the value of R must be smaller thanR

we have studied the case of a channel polariton on a silver 0-03 um. For a value ofR=0.025um the propagation
surface whose wavelength is that of a He-Ne lager, constants of these two channel polaritons are 12.11 and
=632.8 nm. The dielectric constant of silver at this wave-13-47um™*, respectively, while their mean free paths are
length ise(w)= —15.8836+1.075 73, obtained by interpo- 25.25 and 16.1.m, respectively. The latter are comparable
lation from the data of Palik’ The propagation constant of a to the mean free path of the surface plasmon polariton of the
surface plasmon polariton at a planar vacuum-silver interfacéame frequency at a planar vacuum-silver interface. The rea-
at this frequency is obtained from the relation Re)  son that the mean free path of a channel polariton can be
=(w/c)Re{e(w)/[e(w)+1]}1’2 and has the value Réw) longer than that of a surface plasmon polariton on a planar
= 10_26/_Lm_1_ The mean free path of this surface p|asm0nsurface would seem to be the strong localization of its elec-
polariton is given byl (w)=[2 Imk(w)]~ %, where Imk(w) tromagnetic field to the vicinity of the channel, which re-
=(w/c)Im{e(w)/[e(w)+1]}*2 and has the valud(w) duces the volume within which the dielectric losses occur,
=21.54um. For the same value of the frequency, relative to that for a planar surface.

=2.979< 10" s~ 1, we searched for the complex roots of the

dispersion relation foE®®H(® modes obtained from Egs.

(4.195. The surface profile function was given h(x;) ACKNOWLEDGMENT
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The chief result obtained in Ref. 1, namely, that,
when the width [ of the gap between a metal and
a lossless dielectric shrinks to zero, the coefficient
of heat transfer from the heated metal to the colder
dielectric is finite, is correct. However, this result
was already obtained many years ago by Levin et al.?
They also showed that, if the dielectric is lossy, the
heat transfer diverges as /"2 as [ — 0. Consequently,
the criticism in Ref. 1 of earlier work, in particular,
that of Loomis and Maris,? for not yielding a finite
heat transfer in this limit is unjustified, because in
Ref. 3 the dielectric medium was assumed to be lossy.
In fact, the results reported in Ref. 3 are consistent
with those of Levin et al.
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